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UNIVERSITY OF SOUTHAMPTON

Abstract

Faculty of Engineering and the Environment

School of Engineering Sciences

Doctor of Philosophy

by Lindsay-Marie Armstrong

The increasing application of bubbling fluidised bed (BFB) and circulating fluidised bed
(CFB) technology in industry means optimum reactor designs are required to improve
efficiency and reduce emissions. The reduction of greenhouse emissions is vital due to
its noticable effects on climate change. The excellent thermal and mixing properties in
fluidised beds allows for the complete burn out of excess carbon and improved mixing of
gases leading to potentially a more efficient method of combustion and gasification over

standard fixed bed combustors.

Computational fluid dynamic modelling has proven to be a viable tool for simulating
the processes that take place in fluidised beds. Increased computational power allows
for non-invasive simulations for complex geometries and wide parameter ranges to be
carried out which would be difficult and expensive to perform experimentally. Whilst
Eulerian-Lagrangian modelling of the gaseous and particulate phases provides detailed
information of the particle dynamics on a microscale its application to fluidised bed
technologies is computationally exhaustive due to the large number of particles present
within the bed. Eulerian-Eulerian modelling reduces computational time and expense
significantly and the inclusion of the kinetic theory of granular flow provides information
on the particle collisions thus proving to be a viable tool for the modelling of fluidised
beds.

The present work applies Eulerian-Eulerian modelling to capture the hydrodynamic and
heat transfer processes that take place in different fluidised bed reactors. The reaction
kinetics for the gasification of coal in a bubbling fluidised bed are incorporated and the
results are validated with published experimental data. An extensive parametric review
is carried out which had not been carried out previously for the gasification of coal using
this model. Finally, limestone calcination is introduced to the model. During the work,
extensive code writing was carried out not only to allow for the interactions between the
solid and gaseous phases but also to extend on current built in models in the commercial

software FLUENT 12.0 to update with additional, more complex models.
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Chapter 1

Introduction

This chapter provides introductory comments about the current climatic concerns whilst
providing an insight into the available fuels and technologies utilised in industry for the
generation of energy. The objective of this thesis is discussed along with the novelties
that have been carried out. Finally, the progress of the work carried out is provided

along with a break down of the chapters covered in the thesis.

1.1 Climate change and energy sources

Over the recent years, major concerns have been raised with regards to the effect in-
creasing emissions is having on the world’s climate. The greenhouse effect occurs when
light from the sun enters the atmosphere but the reflected heat off the surface of the
earth becomes absorbed by the greenhouse gases and trapped within the atmosphere.
It is thought that consequences of this effect over time will show dramatic effects on
the climate, including increasing temperature, sea levels, storm severity and changes
in precipitation patterns. The Intergovernment Panel on Climate Change (IPCC) have
suggested that there has been a 0.6-0.9°C increase in the Earth’s temperature over the
past 100 years [6]. Whilst natural events such as volcanic erupts can also introduce
greenhouse gases to the atmosphere it is likely that the major contributions have been
made during the recent 50 years since the industrial age. During this period, addi-
tional anthropogenic greenhouse gases have been produced, especially carbon dioxide,
COa, through the increased burning of fossil fuels which prior to this had remained at

constant levels for thousands of years [6].

Unfortunately, the global population has become highly dependent on the production
of energy through the industrial burning of fossil fuels. Therefore if greenhouse gas
emissions are to be reduced then research needs to focus on the development of low-

carbon technologies through the usage of low-carbon sources and /or technologies capable
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of capturing and storing emissions; whilst ensuring that the increasing energy demands

continue to be maintained.

The fossil fuels that contribute towards the global generation of energy include oil,
natural gas and coal. Oil and natural gas products account for approximately 37% and
21% of the global energy consumption [6], respectively. They are formed naturally in
geological formations beneath the surface of the Earth through the degradation of organic
matter by high pressures and temperatures; deep under accumulated sediment. Oil is
extracted through a drilling process where it is then refined and separated into different
fuel products e.g. petroleum. Natural gas, however, is released during the extraction of
oil as the pressure reduction releases light hydrocarbon gases from the oil. Before the
natural gas can be used as an effective fuel most of the components must be removed
to leave highly combustible methane. It was estimated that there was approximately
50 years supply of oil at the consumption rates in 2009, whereas the predicted supplies
for natural gas was given at approximately 60 years remaining [7]. These values could
vary however as the possibility of undiscovered resources being found over the next few

decades remains hopeful.

Coal accounts for around 25% of the global consumption of energy and is the most
abundant fossil fuel [6]. Research has suggested that there is over 847 billion tonnes of
proven coal sources world wide and continuation of its consumption at the same rate
would mean reserves would last for a further 120 years [7]. Unfortunately, as with oil
and natural gas, the consumption rate of coal is faster than the production rate. The
formation of coal began millions of years ago; when plants died and gradually over the
years layers formed upon another with more plants and soils. Additional layers led to
compression and restriction of excess air which prevented decomposition. Over time
the heat and pressure draws out the oxygen and hydrogen leaving carbon rich deposits,

namely, coal.

The molecular structure of coal is classified by its rank depending on the amount of
carbon content. Figure 1.1 displays the four major types, in order of increasing carbon
content are lignite, sub-bituminous, bituminous and anthracite [1]. The longer the coal

is compressed, the higher the carbon content and the lower the moisture within the coal.

Since fossil fuel sources are limited, the utilisation of renewable sources of energy has
become a viable solution. Renewable sources of energy come in many forms such as
wind, solar, hydro, geothermal and biomass and as a whole they account for over 15%

of the global energy supply [6].

Biomass is a mature renewable technology which has been used utilised for energy pro-
duction for many years; it is also a viable option for the substitution of coal in industrial
combustors and gasifiers it is a large sustainable energy resource. Moreover, biomass

is regarded by many as a carbon neutral source due to it low carbon content and the
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process of photosynthesis during its growth means the plants absorb carbon dioxide
from the atmosphere. Its chemical structure consists primarily of lignin, cellulose and
hemicellulose with small amounts of nitrogen, sodium, potassium and chlorine. Unfor-
tunately in biomass fuels, as with low rank coals, there is a significant amounts of water
present so without a drying out period which requires time and expense the fuel is not
effective. Furthermore, the increased levels of potassium in biomass compared to coal
causes early reactor degradation, therefore it is not as simple as switching from one
fuel to another. Furthermore, issues with regards to transportation, storage and energy
density needs to be overcome before considering its utilisation into the industrial energy

production industry can be increased [1].

The variation of fuels is not the only solution to reduce harmful emissions. Other options
include different conversion processes and variation in the technologies carrying out
such conversions. A conversion process that has dominated in the production of energy
from burning fuels is the combustion process which converts fuels into high temperature
gaseous emissions through exothermic reactions with oxygen. Such processes have been
carried out in fixed bed combustors and has developed significantly since the industrial
revolution. Earlier technologies had uncontrolled inflows of air from under the grates
resulting in inefficient burning [8]; however, over the years reactors were improved to

gain better efficiencies with modified boiler designs and controlled airflows. Furthermore,
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fixed bed reactors varied to help improve the coal surface area contact with the air more
effectively by the introduction of moving and traveling grates in the reactors. The
introduction of pulverised coal in the 1890s resulted in a vast increase in the combustion
intensity and heat transfer rates [9]. This was due to the smaller pulverised particles

having a much faster reaction rate resulting in a significant increase in temperature.

Another conversion process is gasification which is a recent technology that is carried out
at slightly lower temperatures than combustion; in an oxidating mixture of air and/or
steam. This method leads to a reduction in carbon dioxide, COs, emissions compared
to combustion due to the limited amount of oxygen, Oz, and reduced temperatures.
The O, initiates the reaction sequences by reacting with the fuel to produce energy
and carbon monoxide, CO, which drives the subsequent reactions producing a gaseous
solution predominantly consisting of carbon monoxide, CO, and hydrogen, Hs, also
known as synthetic gas or syngas. Syngas is a useful fuel source itself with its combustible
properties but it is also helpful in obtaining specific chemicals like hydrogen for the

generation of hydrogen fuel cells.

In the 1920s, Fritz Winkler developed a conversion technology, which utilised coal gasifi-
cation, that offered even higher efficiencies than the fixed bed technologies. The fluidised
bed works by suspending fuel particles and mixing them thoroughly allowing for good
air-particle contact whilst the good mixing behaviour promotes excellent heat transfer.
Small fuel particles in the bed allow for faster reaction rates which can, along with the
excellent mixing behaviour, enhance the thermal conversion of the particles to ensure
that all the carbon has combusted. This continues to be an issue in fixed bed combustors

where unburned carbon can remain in the ash.

However, before fluidised bed gasifiers can be considered as a major energy technol-
ogy in the industry sector further understanding needs to be established into optimum
conditions that produce the most efficient energy production whilst maintaining low
emissions. Carrying out gasification experiments is expensive and requires time and
resources. This makes it difficult and expensive to establish optimal reactor designs and
operating conditions, especially if the modifications turn out to be unsuccessful. How-
ever, computational modelling has proven to be a viable option over recent years and
with the continual enhancement of computational capabilities it is capable of carrying
out such modifications to determine optimum design and operating conditions before

experimental modifications can be carried out.

1.2 Project objectives

The primary objective of this project is to simulation the gasification processes in a
fluidised bed using computational fluid dynamics (CFD) modelling. The model will

take into account the different gas-solid behaviours, heat transfer and thermal conversion
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processes using multiphase flow modelling from the commercial software package ANSYS
12.0. A clear understanding of the gas-particle and particle-particle interactions will be
obtained through the investigation of benchmark cases from the literature. The Eulerian-
Eulerian model, or two-fluid model (TFM), is utilised with particle interactions being

considered through the incorporation of the kinetic theory of granular flow (KTGF).

Initially, isothermal hydrodynamic models will analyse the gas-solid behaviour in differ-
ent types of fluidised beds and heat transfer will be considered from two different type of
heat sources that can be found in fluidised bed reactors. Research into the hydrodynamic
and heat transfer behaviours in fluidised beds continues to dominate this area of research
as researchers endeavour to develop more detailed models for the flow behaviours. The
author feels, however, that current models already capture adequate flow behaviours;
therefore it is worth considering the incorporation of reaction models. C-Subroutines
are written for the reaction kinetics which take into account the release of volatiles -
also known as devolatilisation; the interaction of char with the surrounds gases - known
as heterogeneous reactions; and the reaction of the different gaseous species with each

other - known as homogeneous reactions.

Although reaction kinetic modelling within fluidised beds by means of the TFM has only
recently been acknowledged and implemented with basic reaction kinetics, the reasonable
results obtained could be further improved if the computer models were to include all
the reactants used within the experimental set up, e.g limestone. The use of multiple
solid phases to represent the different materials in the bed is generally avoided due to the
added computational time required to solve for an additional phase and the modification
of the code to incorporate additional phases. However, with improved computational

performances compared to recent years such issues could be regarded as negligible.

Providing an extensive review of the gasification process for different operating condi-
tions is a step towards finding optimum reactor designs which could potentially lead to
improved emissions. Furthermore, given the wider utilisation of coal in industry com-
pared to biomass it would be easier to validate the models with a wider range of data
already available. Upon successful validation with coal, this work can be extended to
the field of biomass gasification which could help to encourage the utilisation of this

sustainable energy source more widely into the industrial sector.

1.3 Project novelty

The present work expands on previous research carried out in the fields of multiphase
flow dynamics, heat transfer and reaction kinetics which are carried out using Eulerian-

Eulerian multiphase flow modelling.
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Whilst extensive work has already been carried out in the field of hydrodynamic mod-
elling it was during a revision of previous works that a gap became apparent which
enabled me to produce a paper in this area. The use of Eulerian-Eulerian modelling to
capture the flow behaviour and transition from a bubbling regime to a fast fluidising
regime was absent therefore different gas velocities set within the region of the terminal
velocity were tested for different particle properties which lead to a publication in this
field. The advantage of an Eulerian-Eulerian model being able to capture this tran-
sition means that should the variation of phase diameters or densities be included in
such models due to the reaction processes, i.e., particle shrinkage, then appropriate inlet

velocities can be chosen to avoid potential entrainment.

A couple of papers were also produced in the field of heat transfer modelling for a
wall-to-bed and an immersed tube bubbling bed. The effects that multiple immersed
tubes had on the flow distribution, heat transfer and the temperature in a bubbling
bed were explored, particularly at different distances from the tubes which had not
been observed previously. A heated wall reactor was also modelled and comparisons of
the heat transfer within different regions of the bed, i.e., in bubbles and in a packed
bed region, were made. Furthermore, the simulation time was expanded over those

previously carried out to highlight the periodic effects that occurred.

The major contribution from this project comes from the mathematical modelling of the
gasification chemical reactions through the incorporation of C-subroutines into Eulerian-
Fulerian modelling using the KTGF. The modelling approach differed from previous
models carried out in coal gasification modelling by introducing multiple phases for the
different solid species, namely coal, char and limestone. Such results led to a more
realistic flow distribution compared to previous models which used a multi-component
solid phase which integrated coal and sand together in the same phase. The present
model was able to capture the different segregation effects due to a variation in the

material properties which previous models could not.

The model carried out an extensive review of the gasification processes in a bubbling
fluidised bed with coal. This included a parametric study on the important factors
including temperature, heat transfer coefficients, bed material, bed height and extended
time periods. Such an extensive study has not been carried out previously using TFM
on a bubbling fluidised bed coal gasifier. The present work also introduced limestone
calcination to the reaction kinetics which has also not been carried out using Eulerian-
Eulerian modelling with the KTGF.

The gasification model can be applied to the Eulerian-Eulerian model in both bubbling
and circulating beds. With the continual research into the advancement and incor-
poration of multiscale modelling to circulating fluidised beds, this model can also be
applied to large-scale circulating reactors. Although the present work was carried out

for the gasification of coal the model can be modified easily to accommodate combustion
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processes and also different fuel properties through the incorporation of the relevant re-
action kinetics required. Such a model is invaluable in the future research of fluidised
bed technologies as preliminary simulations are cheaper than experimental modifications

to determine optimal reactor designs and operating conditions.

1.4 Progress of work

Before the reaction kinetics could be implemented a clear understanding was required of
the fundamental hydrodynamic and heat transfer processes that take place in fluidised
bed technologies. The first year was spent gaining insight into the concept of granular
phase modelling by carrying out isothermal models of both bubbling and circulating
fluidised beds. Whilst substantial work had already been carried out in these areas there
was a gap observed in the literature looking at an Eulerian-Eulerian model’s ability to
capture the transition from a bubbling to a circulating regime. The initial results lead to
the development of a conference paper which was submitted, reviewed and accepted at
the US-EU-China Thermophysics Renewable Energies Conference (UECTC) in China
[10]. The results from the conference paper were expanded to include three-dimensional
results to produce a journal which was accepted in the Chemical Engineering Journal
[11]. During the first year, regular meetings were carried out to ensure tasks were
being met and after 9 months a formal assessment was carried out which reviewed the

achievements up to that point.

Time period Task Description

Fluidised beds

Nov 2007 - Ongoing

Literature reading

Feb 2008 - Jan 2009

Hydrodynamics modelling

Bubbling fluidised beds

Jun 2008 - Jan 2009

Hydrodynamics modelling

Circulating fluidised beds

Jun 2008 - Aug 2008
Feb 2009 - Mar 2009
Mar 2009 - May 2009
Apr 2009 - May 2009
May 2009

May 2009 - Jul 2009
Apr 2009 - Aug 2009
Jun 2009 - Jul 2009
Jul 2009 - Oct 2010
Jun 2010 - Aug 2010
Aug 2010

Sept 2010

Sept 2010 - Oct 2010
Oct 2010 - Nov 2010
Nov 2010 - Feb 2011

9 month report
Journal writing
Heat transfer modelling
Journal writing
Conference
Heat transfer modelling
18 month report
Journal writing
Reaction modelling
Reaction modelling
Conference
Conference
Journal writing
Journal writing
Thesis writing

BFBs and CFBs modelling [11]
Wall-to-bed BFB

Wall-to-bed heat transfer [12
UECTC, China [10
Tube-to-bed BFB

Tube-to-bed heat transfer [13]
Coal BFBG simulations

Wood BFBG simulations

IHTC, Washington, USA [14
BioTen, Birmingham, UK [15
Limestone reaction modelling |16
Parameter reaction modelling [17

TABLE 1.1: Table showing tasks that were completed with start and completion dates.
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The first six months of the second year were dedicated to the incorporation of heat
transfer modelling in different designed fluidised beds. Both wall-to-bed and immersed
tube reactors were simulated using the KTGF where each bed design led to the pro-
duction of a paper in the International Journal of Heat and Mass Transfer [12] and the
International Journal of Multiphase Flow [13], respectively. The UECTC in China took
place during this period which allowed me to orally present my hydrodynamic results
before an audience which was well received. This time period was finalised with the

transfer viva which reviewed the work that was carried out to that date.

The final 18 months was dedicated to the incorporation of reaction kinetics into a lab-
scale bubbling fluidised bed. Current CFD packages do not incorporate the reaction
kinetics required for gasification into multiphase modelling however through the devel-
opment of source codes via User-Defined Functions (UDFs) the devolatilisation, hetero-
geneous and homogeneous reactions were incorporated. Within the first few months,
initial coal gasification results were submitted to the International Heat Transfer Con-
ference (IHTC) in Washington which was accepted and presented in the form of a poster
[14]. The code was also modified to incorporate the reaction kinetics of wood for the
submission to the BioTen conference in Birmingham which was also well received [15].
The incorporation of the reaction kinetics into Eulerian-Eulerian models has grown in
interest recently however an extensive review of different parameters that influence coal
gasification had not been carried out. This study was carried out over the last year
and led to the production of two journal papers. The first paper validated the model to
experimental results presented in the literature and was accepted for publication in the
Chemical Engineering Journal [16]. The second paper is an expansion of the first paper
to consider a range of important parameters that affects the gasification process and is
currently under review in the Industrial and Engineering Chemistry Research journal
[17].

A table reviewing the overall work that was carried out through out this project is
provided Table 1.1.

1.5 Thesis structure

This thesis comprises of the following chapters:
Chapter 1: Introduction

The introduction provides introductory comments about the current climatic concerns
whilst providing an insight into the available fuels and technologies utilised in industry
for the generation of energy. The objective of this thesis is given along with the novelties
that have been carried out. Finally, the progress of the work carried out is discussed

along with a break down of the chapters covered in the thesis.
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Chapter 2: Literature Review

The literature review recaps the work that has previously been carried out in the field
of fluidised bed modelling using computational fluid dynamics approaches. The review
covers the hydrodynamic modelling which has been extensively covered, the heat transfer
processes that are an important aspect to fluidisation and finally a review of the reaction

kinetics and their recent interest and incorporation into Eulerian-Eulerian modelling.
Chapter 3: Computational Fluid Dynamic Modelling

This chapter provides information about the various constitutive equations and closure
models used within Eulerian-Eulerian modelling. The heat transfer models and reaction

kinetics are also provided.
Chapter 4: Hydrodynamics

The hydrodynamics section carries out a number of parametric studies on bubbling and
circulating fluidised beds. The effects of drag, particle diameter, inlet velocity and coef-
ficient of restitution are explored and both two-dimensional and three-dimensional beds

are considered. The results are compared to experimental results from the literature.
Chapter 5: Heat Transfer

Two types of bubbling fluidised beds are considered in this section, one designed for wall-
to-bed heat transfer and another for immersed tube heat transfer. The instantaneous
local heat transfer coefficient near the wall and tubes are validated with experimental
results whilst variations to model parameters highlight the influences such parameters

have on the flow dynamics, heat transfer and temperatures within the bed.
Chapter 6: Reaction Modelling

A two-dimensional Eulerian-FEulerian model implementing the KTGF is applied to a
simple coal gasification model which includes the devolatilisation, homogeneous and
heterogeneous reactions and introduces limestone calcination via UDFs. An extensive
study is carried out looking at the influences of different parameters including temper-
ature, bed material, bed height and heat transfer coefficients. The model is extended
to a three-dimensional model where further operating conditions are compared to ex-
perimental data. Finally the model tests the variation of fuel properties through the

inclusion of an additional biomass phase.
Chapter 7: Conclusion

A summary of the conclusions drawn throughout the thesis is given and the novelties
made as a result of this work are highlighted. Finally, suggestions are made for the

future application of this work to the field of fluidisation technologies.

Appendix A: Momentum Interphase Equations
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There are a number of momentum interphase equations, otherwise known as drag models,
utilised within the present work therefore to keep the continuity of the main text they

are given in the appendix.
Appendix B: Discretisation

The discretisation process is described for a basic case for the benefit of readers who are

relatively new to the field of computational fluid dynamics.
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Literature Review

This chapter provides information on the work that has already been carried out in the
modelling of fluidised beds. The chapter initially introduces the concept of fluidisation
and some of the fundamental phenomena that occurs during different fluidising regimes.
A brief discussion on the development of significant computational fluid dynamic models
is given along with an insight in to how they have been applied by previous researchers
to fluidised beds. A section on heat transfer highlights different heat transfer sources and
various modelling techniques carried out to model them. Finally, the reaction kinetics

which have previously been carried out are presented.

2.1 Fluidised bed technologies

The term fluidisation comes from the fluid-like characteristics that can be observed in
a bed of suspended particles under certain conditions. Different regimes of fluidisation
occur depending on the velocity of air supply, particle diameter and particle density. To
visualise some of the different processes of fluidisation, Figure 2.1 shows the transitional

regimes that taken place for different inlet velocities.

A bed of particles sits over a porous plate distributor where gas is introduced at different
velocities. For zero to low velocities the particles remain stationary in the bed and
if a low velocity gas is introduced then it traverses slowly through the small gaseous
spaces between the spherical particles, also known as voidages. This bed is termed a
fixed bed reactor as the particles appear fixed. However, should the gas velocity be
increased this allows for the particles to move around more. Eventually the particles
in the bed appear to be suspended as the weight of the particles equals the frictional
forces between the particles and the gas. The velocity at which this occurs is called the
minimum fluidisation velocity, U,,r, which occurs when the pressure drop within the

bed remains constant and equals the weight of the bed [18]. Figure 2.2 shows how the

11
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Fixed Bed Bubbling Bed  Slugging Bed Turbulent  Fast Fluidising
Bed Bed

Increasing air velocity

FIGURE 2.1: The transitional regimes of fluidsation

determination of the minimum fluidisation velocity can be shown by the intersection of
the pressure drop versus the superficial velocity curve, where the superficial gas velocity

is the hypothetical fluid velocity of the phase in terms of the cross-sectional area.

The minimum fluidisation velocity can be determined by Equation 2.1 for smaller par-

ticles and equation Equation 2.2 for larger particles [18].

d? (ps —
Unf = S(TTOM%)Q? Repy < 20 (2.1)
d3 (ps = pg) g
2 s S g9
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Wen and Yu [19] had proposed the following correlation which determines the Reynolds
number at minimum fluidisation velocity which is related to the Archimedes number (Ar)

which determines the motion of the fluids due to density differences (Equation 2.3):
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FIGURE 2.2: The determination of the minimum fluidisation velocity by the intersection
of pressure drop and superficial velocity

Repp = /[33.72 + 0.0408Ar] — 33.7 (2.3)

Increasing the air velocity further leads to the appearance of bubbles within the bed
which is termed a heterogeneous or bubbling fluidised bed. The point at which bubbling
occurs is called the minimum bubbling velocity and is generally about 3U,¢ [20]. In
deep reactors which have a narrow diameter and reactors containing large particles, a
slugging behaviour is observed where the bubbles ascend the tube which is spread across
the diameter of the tube.

Increasing the inlet velocity of the gas for smaller particles further leads to a turbulent
bubbling behaviour where particles are forced into the freeboard of the reactor. Some
particles descend back down towards the bed however, should the terminal velocity of
the particles be exceeded, where V; = (d? (ps — pg) 9)/18u, then particle entrainment
takes place where the particles are carried with the flow and are generally circulated
back into the base of the bed through the utilisation of a cyclone and downcomer tube,

otherwise known as fast fluidisation which is seen in circulating fluidised beds (CFBs).

A number of parameters including particle size and density alter the behaviour of gas-
solid fluidising flows. The Geldart classification system was developed by Geldart [21]
to categorise particles into four categories depending on their mean particle size and
the density difference between the gas and solid phase. A visual representation of the

Geldart’s classification system of powders is given in Figure 2.3.
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Group A: The first category, group A (Aerated) contains very small mean particles with
sizes ranging between 30um < d), < 100um and a density falling below ps < 1400kg/ m?.
When fluidised by air with ambient conditions, there is a steady non-bubbling fluidisation

between the minimum fluidising velocity U,y and the minimum bubbling velocity U,,;.

Group B: The second category, group B (Bubbling) contains a mean particle size
ranging between 40um < d, < 500um and a density 1400kg/m? < ps < 4000kg/m?.
The flow starts bubbling from minimum fluidisation and the bubbles continue to grow
in size. Gidaspow et al. [22] showed through numerical simulations that the use of a

continuous jet produced small bubbles which rise a lot slower than the jet speed.

Group C: The third category, group C (Cohesive) contains very fine particles that
are very difficult to fluidise. This is due to the interparticle forces being significantly
larger than the inertial forces from the fluid on the particle. Instead of bubbling, the

gas channels through the powdered particles.

Group D: The last category, group D (Spoutable) contains very large or very dense
particles which produce deep spouting beds; examples include rice. Liu et al. [23] re-
ported that Group D powders can be fluidised with a homogeneous bed expansion like

a Group A powder.
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2.2 Computational fluid dynamic modelling

Computational fluid dynamic modelling uses a numerical method to simulate the be-
haviour of a flow. As will be discussed further in Chapter 3, governing equations are

solved that are based on the fundamental physical principles; the conservation of mass,
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momentum and energy. Computational modelling for the flow behaviours in a fluidised

bed can be carried out using both Lagrangian and Eulerian methods.

Lagrangian models track the individual granular particles which offers a great advantage
in determining their individual specific properties, e.g., positions and velocities. Such
models have been carried out in fluidised beds previously [24-27]. However, fluidised
beds contain a vast number of particles and to individually track each one incurs huge

computational expenses with regards to computational time and memory storage.

A different and more preferred approach is to treat the gas and particles as an inter-
penetrating continuum which is known as the Eulerian-Eulerian approach, or two-fluid
modelling (TFM). Both the gas and the particulate phase are treated with its own fluid
phase where the introduction of a volume fraction specifies the volume of the cell which
is occupied by each individual phase. Since this method treats the particulate phase as
a continuum, it does not display the accuracy that Lagrangian modelling does as the
particle properties, i.e., velocities, densities etc., are averaged over the control volume

hence losing the ability to track individual particles.

A combination of the Eulerian-Eulerian model and the Eulerian-Lagrangian model was
recently considered by Papadikis et al. [28-36] where one or two Lagrangian biomass
particles were introduced to an Eulerian-Eulerian bubbling bed of inert sand. Although
their approach is highly beneficial for the investigation at an individual particle dynamic
scale, the simulation was limited to up to 5.0 s in physical time. Hence, their method
does not prove to be computationally viable for realistic industrial reactors which con-
tain far more fuel particles and require simulations over a longer period to allow for
the achievement of possible steady state conditions and the statistical convergence of

averaged results.

Whilst the Eulerian-Eulerian method is the cheaper method its treatment of the solid
phase as a fluid is not representative of actual particle behaviour despite the fluid motion
observed in a fluidised bed. Assumptions need to be made to appropriately model the
particle interactions. The kinetic theory of granular flow (KTGF) was developed based
on an analogy of the particles to the molecules in dense gases which is extensively
discussed by Chapman and Cowling [37]. The random oscillating behaviour of the
particles are measured in terms of the granular temperature. If particles are involved
in inelastic collisions then kinetic energy is dissipated. The initial development of the
KTGEF started with the works of Bagnold [38] who derived an expression for the repulsive
pressure of uniform shear flow from an expression for the collision frequency of the
particles. Ogawa et al. [39] later suggested that the internal energy of the granular flow

was suggested to occur from the dissipation of random particle motion.

The loss of energy due to particle collisions was recognised through the development
of the coefficient of restitution by Jenkins and Savage [40]. The coefficient quantifies

the elasticity of the particle collisions where a value of 0 indicates the collision is fully
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inelastic whilst a coefficient of 1 represents a fully elastic collision. However, the energy
lost due to the collisions was not accounted for in the kinetic theory model by Savage
and Jeffrey [41] but they later extended this work with a correction being applied which
considered the inelastic collisions of particles by introducing the coefficient of restitution
[42].

Goldschmidt et al. [43] found that decreasing the coefficient of restitution led to less
elastic particle collisions resulting in a higher dissipation of energy as more fluctuating
energy was generated. The higher the coefficient of restitution suggests that nearly
all the energy is conserved during the collisions of particles which results in an active
movement of the particles [44]. Kim and Arastoopour [45] extended the kinetic theory of
granular flow to incorporate the cohesiveness of the particles. Whilst Sun and Battaglia

[46] modified it to account for the rotation of rough particles.

One of the first applications of the kinetic theory of granular flow was applied to fluidis-
ation for the core-annular regime within a riser by Sinclair and Jackson [47] but further
research has been and continues to be carried out for both CFBs [2, 43, 48-50, 50-57]
and BFBs [27, 44, 46, 57-63].

The drag models are important in simulating the interphase momentum transfer be-
tween the gas and particle phases and researchers continue to develop and improve their
capabilities in order to improve the accuracy of simulations. Ergun [64] began looking
at the momentum interphase transfer, i.e., drag between for phases, by creating an ex-
perimental method looking at a packed bed of particle which led to the development of
the Ergun equation. Unfortunately, fluidised regimes consist of particle rich and gas rich
regions so a model needed to be developed that considered regions of low particle volume
fractions, i.e., bubbles and the freeboards above the bed. Wen and Yu [19] developed
this drag model which has been widely accepted. A standard model which has been
used for many fluidised bed simulations incorporates the two drag models for the dense
and dilute regions of the bed and is the Gidaspow model [65]. Unfortunately, there is
a discontinuity in the Gidaspow model during the transition from a dense regime to
a dilute regime, i.e., when ¢, = 0.8. This discontinuity increases in magnitude with
increasing Reynolds number. Further drag models have also been developed over the
years [66-72].

Although these drag models have provided reasonable results with applications to two-
fluid models, such drag models can not be called ab initio methods as the constitutive
closure models whilst showing dependence on parameters such as the Reynolds number
of the flow and the particle volume fraction, they neglect other important parameters
such as particle shape and roughness. Furthermore, the development of the above drag
models were determined by analysis of experimental data hence limiting the complete

theoretical understanding.
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However, a drag model has been developed recently using numerical-experimental data
from Lattice Boltzmann modelling (LBM). The terminology numerical-experimental is
justified by the fact that LBM uses first principle calculations [73]. Therefore, the
derivation of a drag model given by Hill et al. [74, 75] provides the most extensive
numerical-experimental data reported to date [73]. A number of different formulas
for the drag function at varying Reynolds numbers and particle volume fraction were
developed; however, the transition of the drag values for the different equations were
very sudden and contained gaps between values which causes problems when trying to
model the transitions. Benyahia et al. [73] extended their work further to develop a
single formula that smoothly covers the varying range of Reynolds numbers and volume

fraction without jumps or gaps such that it can be applied to multiphase models.

Circulating fluidised beds behave differently to bubbling fluidised beds as the flow con-
tains dense clustering regions to the base of the riser and near the walls and dilute
regions at higher heights and within the core. Whilst the use of some of the aforemen-
tioned drag models have produced similar results compared to experimental data for this
fast fluidising regime, they do not take into account the structure of particle clusters at
different scales. Figure 2.4 (a) and (b) displays an example of how standard drag models
average the particles in a control volume (Fig. 2.4(a)) thus being unable to pick up on
small clustering structures which could occur within the control volume (Fig. 2.4(b))
leading to a variation in the drag. The drag is overpredicted as the drag coefficients are
determined through the local slip velocities and average gaseous volume fractions hence
they do not display the overall structural effects. This was determined by Gunn and
Malik [76] who showed that grouped clusters of particles display a decrease in the mea-
sured drag coefficient due to the increase of gas flowing around the clusters and decrease
gas flow penetrating them. O’Brien and Syamlal [77] stated that the importance of the

clustering of particles needs to be accounted for in current drag correlations.

The energy minimisation multiscale (EMMS) approach is a filtered model that was
developed by Li et al. [78] which identified the different multiple scales present in the
circulating fluidised bed. Figure 2.4 (c) displays the different scales that can occur
in a circulating fluidised bed [78]. The micro-scale considered the discrete individual
particles which were located in either a dense phase or a dilute phase; the meso-scale
which considered the interaction between the particle clusters and the surrounding dilute
broth and the macro-scale which considered the full global system of the gas-particle
suspension within its boundaries. This filtered model was applied by Li et al. [79] later to
show the heterogeneous flow including the axial and radial heterogeneity caused by the
boundaries. It is these heterogeneous structures that cause issues when using standard
average-based drag models as the disparity between the dilute core annulus and dense

wall regions is so dramatic.

The EMMS drag model has been applied by key researchers within the field of fluidi-

sation hydrodynamics [57, 78-82], calculations were made and compared for the slip



18 Chapter 2 Literature Review

6%

By

Voo

Volume fraction of particles, €,

same in both cases.

c)
- . . .:. -
Micro-scale: "‘: ) | Micro-scale:
Fluid dominated O L, eeg s Particle dominated
"e.
g . .
.k .
..t-.':'-‘!
s . - - Macro-scale
o 'g’.'
RS B
M | _G?ﬁ' b
eso-scale —
Iy 4
. ﬁ. .
L] * -’.
2. e

FIGURE 2.4: a) The averaging behaviour of a standard drag model and b) the realistic
clustering behaviour of particles in a control volume of a circulating bed simulation
along with ¢) the different multiple-scales they exhibit.

velocities and drag coefficients for the different interaction phases of dense clusters, di-
lute phases and interactions between them both [78]. This was further extended to show
the strong dependence of the drag coefficient on simple structural differences [80] and

later a decrease in drag coefficient due to local and global structural changes.

Unfortunately, TFMs have issues with regard to scaling. In order to obtain sufficient
information for all the particle interactions and structures, small control volumes are
required. This method has shown reasonable results for small scale models with a height
of around 1-2m as the control volumes are small. However, increasing the dimensions of
the reactor would require an increase in the cell sizes to prevent excessive computational
time and expenses. This would result in the model’s inability to capture the full particle

structures [83]. The advantage of the filtered drag model is that it can be applied to
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coarser grids which could reduce the computational time and costs for potential large-

scale models.

The Reynolds numbers for the multiphase flows within CFB risers are high so additional
turbulence models to the kinetic theory have been applied for many years [2, 50, 51, 72].
Cruz et al. [72] and Almuttahar and Taghipour [51] carried out a simulation comparing
the use of turbulence models against laminar models which suggested that the lami-
nar models showed more consistent results over the turbulence models. However, these
comparative models for turbulence were carried out in 2D simulations and since turbu-
lence fluctuations always have three-dimensional spatial character then 3D comparative

studies are required to draw a firm conclusion.

The incorporation of multiple solid phases into a TFM with the KTGF was carried
out by Mathiesen et al. [84] who applied the kinetic theory to one gas phase and three
solid phases with good agreement. They later extended their work to include three solid
phases [85] which was later extended further by Ibsen et al. [86] to extend the number
of solid phases to six thus creating a more realistic display of the particles which would

be present in a reactor.

Three-dimensional modelling has been carried out by several researchers [87-91] with
results confirming 3D models to be superior over the 2D models. However, 2D modelling
still takes preference over 3D modelling due to the excessive computational time and
expense that 3D modelling incurs. With the increase in computational performance and
introduction of parallel computing systems, the issues with computational time for 3D

modelling are reduced.

2.3 Heat transfer modelling

Single particle models were the simplest form which looked at a continuous fluidising
medium, i.e., either gas or air, and a discrete particle. Botterill and Williams [92]
developed the simplest model which considered the heat transfer from a heated surface
to an isolated particle surrounded a fluid which was in contact with the surface for a
certain time. After the application of this to a finite difference technique and comparing
with experimental data they found the results deviated considerably. They further
extended the model to consider the presence of a gas film set to approximately 0.1d,
and the results agreed the experimental results. However, Schliinder [93] explained that
this gas film assumption did not represent the physical reality as it only considered the
heat exchange for short residence times and if the heat transfer were to extend further
than the first layer of particles, i.e., during longer residence times, than the model would
fail.
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The introduction of emulsion-phase models was proposed by Mickley and Fairbanks
[94]. In such models the emulsion-phase is considered as the continuous phase and the
bubbles are the discrete phases. Their model suggested that the heat was transferred by

emulsion 'packets’ which were periodically replaced from the heated surface by bubbles.

Unfortunately, such empirical correlations are not attractive in the application of heat
transfer modelling as they do not provide a clear understanding of the fundamental
mechanisms that take place [95]. Kuipers et al. [95] carried out a TFM approach which
successfully managed to calculate the heat transfer coefficient values through the solution
of the mass and momentum conservations resulting in no empirical parameters being

used which were required in the single and emulsion phase modelling.

Zehner and Schliinder [96] had previously described the thermal conductivity from the
bulk of a packed bed as being a function of the solid volume fraction and the thermal
properties of both the gaseous and solid phases. An effective thermal conductivity for the
gas phase and solid phase was adapted by Kuipers et al. [95] and carried out [95, 97] which
was based on the molecular properties. However, Natarajan and Hunt [98] proposed the
effective thermal conductivity of the solids phase to also include a kinetic contribution
caused by the streaming of particles. A model for the kinetic contribution was derived
by Hunt [99] as a function of the kinetic energy of random particle fluctuations, i.e.,
granular temperature. However, the incorporation of this kinetic contribution led to a
strong over estimation in the heat transfer coefficient due to large granular temperatures
[97].

The voidage variation within the near region of the heated wall or immersed tube needs
to also be considered. The local porosity relative to the bulk porosity of a packed bed
of particles was measured as a function of the relative distance away from a wall or an
immersed surface by Korolev et al. [100]. Their experimental results showed that the
local porosity was dependent on the fluidising velocity. Furthermore, they found that
the measured local porosity distribution near the wall and that around the immersed
tube differed as the distribution near a wall is similar to a packed bed at low fluidisation

whereas that of a tube varied to a much greater degree.

Martin [101] produced a porosity model that agreed well with the packed bed results for
a heated wall. However, a fluidised bed is exerted to a higher bulk porosity compared
to packed beds which was not taken into account. Patil et al. [97] modified the model
produced by Martin [101] to take this into account by proposing the minimum porosity be
related to the bulk porosity of the fluidised bed. Their effective gas porosity correlation

agreed well with the experimental results from Korolev et al. [100].

Another important aspect to consider in modelling heat transfer is the interphase heat
transfer coefficient which transports heat from one phase to another. The Nusselt num-
ber is the ratio of convective and conductive heat transfer within the boundary of a

flow.
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Gunn [102] developed a model that considered the interaction of convection, thermal
conduction and interphase heat and mass transfer. Analytic results were applied to the
convection and diffusion within randomly-packed beds and the experimental results for
single particles, fixed beds and fluidised beds were well described with a single equation
which contained both experimental and analytical conditions for both heat and mass
transfer. The correlation relates the Nusselt number to the Prandtl number for the heat
transfer within a porosity range of 0.35-1.00 with the experimental data being correlated

up to a particle Reynolds number Re = 1 x 10°.

2.4 Reaction kinetics

The combustion and gasification processes have been considered for a number of decades.
An early comprehensive mathematical model was produced starting with simplified
chemical reactions to determine emission predictions by Smoot [103]. The first model
to be regarded as a fully complete model considered fluidisation modelling (FM) which
models the emulsion phase and the bubbles through to the mass balance of the dry-
ing and devolatilisation processes [104]. Work has continued to be carried out using
an emulsion phase rather than a particulate phase by a number of people [105-108].
Huilin et al. [105, 107] carried out a FM on a circulating fluidised bed combustor whilst
Yan et al. [106] carried out several simulations of a bubbling fluidised bed coal gasifier
with different scales. de Souza-Santos [104] also introduced limestone calcination to
FM which was also adopted by Chejne and Hernandez [108]. Furthermore, the product
of limestone calcination, calcium oxide, CaQO, was active in the absorption of sulphur
dioxide, SOg, from the surrounding gases [104, 107-109].

Unfortunately, fluidisation models (FM) so far do not consider the fully complex gas-
particle dynamics that CFD considers but they still maintain the multiphase flow dynam-
ics with the inclusion of semi-empirical fluid-dynamic correlations, e.g., bubble diameter

correlations, for the gas and an emulsion phase.

Lagrangian modelling has been carried out to perform more detailed simulations of
the gasification processes [28-34, 36, 110-112]. The pyrolysis works by Papadikis et
al. [28-34, 36|, as discussed previously in Section 2.2, incorporated a limited number of
Lagrangian biomass particles into an Eulerian-Eulerian bubbling bed of inert sand. This
method is advantageous with regards to obtaining individual reacting particle dynamics
but is not a viable solution as realistic reactors which contain more fuel particles and
require longer periods of time to allow for the achievement of possible steady state
conditions. This reason also applies to the works from Zhou et al. [111] who carried out
a Lagrangian model of a bubbling fluidised bed for only 2.0s utilising 20 coal particles
and a bed of 2000 sand particles.
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Although Eulerian-Eulerian modelling has been recognised as the preferred method for
fluidised bed modelling it has only been recently that the incorporation of reaction kinet-
ics has been considered. This is because researchers continue to focus primarily on the
improvement of the flow behaviour models. Yu et al. [63] carried out a two-dimensional
model of a bubbling fluidised bed which included the gasification of Colombian coal
based on experimental data from the literature [5]. Their model included the pyrolysis,
heterogeneous reactions and homogeneous reactions and produced reasonable results for
a sand bed. The work by Yu et al. [63] was further extended to three-dimensions by
Wang et al. [113], who also obtained reasonable results. However, both their models
considered a single solid phase which composed of coal and sand together. Whilst this

is computationally more efficient it is unrealistic.

Recently, Eulerian-Eulerian modelling was carried out in a bubbling fluidised bed for
biomass by Gerber et al. [114]. They considered a bed of char over the commonly carried
out bed of inert bed material. Advantages of its use include reduced pressure loss due
to its density being lower than other catalysts, i.e., limestone and olivine; and it is the

byproduct of the devolatilisation process so it will be continually regenerated [114].

Separate phases for different solid phases has been carried out [16, 114] and it was
found that the use of multiple phases better represents the bed behaviour due to its
segregative tendencies as a result of different material properties. Limestone calcination
was also introduced to Eulerian-Eulerian CFD modelling [16]. The results suggested
that residence times needed to be increased significantly in order to observe an almost
complete conversion as found by [115] who investigated the effects of temperature and
residence time on the decomposition of limestone of similar sized particles in a COq
atmosphere and found that with a BFB temperature of 920°C, the residence time for
over 73% conversion of CaCOg3 to CaO was approximately 70mins. Unfortunately, due
to low levels of sulphur in the fuel our work did not consider the effects of sulphur

absorption.

The gasification process includes the release of volatiles and char from the coal, i.e., de-
volatilisation; the reactions between the char with oxygen through heterogeneous com-
bustion reactions and the reaction of char with gasifying species, HoO, Hs and COs;
known as heterogeneous gasification reactions. Finally, gaseous components react with

each other during homogeneous reactions.

The time required for the devolatilisation process to take place was investigated by Ross
et al. [116] who found that over a range of temperatures, 750-950°, particles with a diam-
eter of less than 6.0 mm the time required was less than 10.0 s. Chejne and Hernandez
[108] considered the devolatilisation processes to be instantaneous since drying and de-
volatilisation take place very quickly in fluidised beds. de Souza-Santos [104] on the other

hand carried out a simulation which considered these processes as non-instantaneous.
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A number of devolatilisation models have been implemented previously including the
constant model [117, 118], single rate model [119] and the Kobayashi model [120, 121].
The most basic devolatilisation model assumes the release of volatiles to occur at a con-
stant rate [117], where the rate was later suggested to be 12.0 1/s [118]. The single rate
model [119] assumes the rate of the volatile release is first-order dependent based on the
amount of volatiles remaining in the coal. The Kobayashi model [120, 121] handles the
devolatilisation of coal and volatiles release through the implementation of two equations.
An equation for low temperatures where the volatiles would asymptotically approach a
yield value whereas the second equation was developed for higher temperatures where

it was assumed that the volatile yields could be much larger [121].

Unfortunately, these devolatilisation models rely on data which would be specific to
different coals therefore the general utility of the models would be limited to the available
data extracted from the coals. Due to the wide variation in the properties of coal it would
be difficult to develop a universal devolatilisation model that can be applied without the
use of the fuel’s proximate and ultimate analysis data, i.e., the fuels composition in
terms of moisture, volatiles, char and ash; and the fuels weight composition in terms of

hydrogen, oxygen, carbon etc.

The yield of the volatile products is required to determine the composition of the volatile
gases that are released. A number have been developed including [122-126]. The corre-
lations developed by Loison and Chauvin [122] have been widely utilised for predicting
the volatile yields as it estimates the important gaseous products based on the proximate
analysis of the coal. Unfortunately, their model does not account for temperature ef-
fects. Correlations were later developed by Goyal and Rehmat [124] which predicted the
composition of the tar, methane as a function of temperature but considered the remain-
ing species as independent of the temperature. Correlations have also been considered

which specify all the yields to be determined as a function of time [123, 125].

Song et al. [126] carried out a study comparing all these correlations for bituminous
coals and found that the yields produced by Loison and Chauvin [122] produced better
results than the completely temperature dependant models. Their own correlations,
which were also dependant on the temperature, produced very good results however
they only considered the release of Hy, CO, CO2 and CHy, therefore a more general

relationship is required.

The heterogeneous reactions take place between the char and the surrounding gases. The
oxidation of char has been considered to be influenced by a number of factors including
pore structures, ash films, particle swelling, etc [127, 128]. For Lagrangian modelling
such influences can be considered more easily due to the detailed information available
for the particles. However, Eulerian modelling of the char phase restricts this information
that can be accessed, e.g., the particles are treated with the same diameters therefore

particle swelling can not be incorporated. However, the unreacted-core model considers
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the effects of resistance due to the diffusion of the gases through an external surface
of the char. This approach has been carried out successfully in fluidisation modeling
[104, 108, 129] and Eulerian modelling [63, 113, 114].

The gasification heterogeneous reactions take place much slower than the combustion
heterogeneous reactions and they have a longer residence time within the bed. The
diffusion of the reactants into the char is therefore not dominated by the fast exter-
nal surface reactions that take place during combustion instead the reaction is control
through the kinetic rate constant [127]. Hobbs et al. [129] highlighted that based on the
experimental data from several researchers [130, 131] that the gasification rate of steam
and carbon dioxide takes place with the same rate whilst the hydrogen reaction rate is

three orders of magnitude slower than the other gasification rates.

The homogeneous reactions take place between the species in the gaseous phase. The
kinetic reaction rates have been established over the recent decades and are provided
by a number of researchers [104, 108, 109]. Such reactions are not only driven by the
kinetic forces but also by the turbulent motions of the gas. Yu et al. [63] considered
the effects of turbulence by incorporating the finite-rate/eddy-dissipation model which
determines whether the kinetic rate is dominating the local reactions or the turbulent
mixing therefore chooses the appropriate model accordingly. This model has also been
applied by Wang et al. [113] and Gerber et al. [114].



Chapter 3

Computational Fluid Dynamic
Modelling

The flow of fluid through a region is calculated by numerically solving specific governing
equations. These equations are based on three of the fundamental physical principles;
the conservation of mass, momentum and energy. FLUENT 12.0 is a computational
package which solves these governing equations by integrating them over all the control
volumes in a domain; converting the resulting integral equations into a system of alge-
braic equations which will then be solved by an iterative method. This process will be

described in Appendix B.

FLUENT 12.0 can be used to model flows with Lagrangian and Fulerian methods.
Eulerian modelling takes a control volume and fixes it to a reference framework relative
to a coordinate system and allows the fluid to flow through. All particles that flow
through the framework can be observed and treated as a general fluid by averaging
properties such as velocities, etc. Lagrangian modelling tracks each of the individual
particles without a fixed reference frame. Unfortunately, Lagrangian modelling can
be computationally expensive depending on the number of particles being tracked as
simulations can take much longer to run and require more storage space for the data.
The work carried out is a multiphase Eulerian-Eulerian model, treating the gas and
solids as a dispersed continuous flow. The interactions between particulate phase is
incorporated using the kinetic theory of granular flow (Section 3.1.1). The relevant

equations for the models are presented in the next section.

3.1 Multiphase modelling

To model the behaviour of a fluid flow the governing equations must obey the conserva-

tion laws of physics: 1) The mass of the fluid must be conserved, 2) the rate of change

25
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of the momentum must equal the sum of all the forces acting upon the fluid and 3) the
rate of change of energy must equal the sum of the rate of heat added to and the rate
of work done on the fluid. The behaviour of the fluid is regarded as a continuum and
given in terms of the properties: density, velocity, pressure and temperature; which are
modelled over varying spatial and time derivatives. Multiphase flow modelling treats
both the gaseous and the solid phases as interpenetrating continua therefore the concept
of the volume fraction, ¢;, is introduced indicating the volume that each phase occupies

within the control volume.

3.1.1 Kinetic theory of granular flow (KTGF)

Before the treatment of the particulate phase can be considered on a macroscopic basis,
it is important to highlight its microscopic origins. Its development, mentioned pre-
viously in Section 2.2, is analogous to the kinetic theory of gases which considers the
behaviour of molecular particles in a fluid that traverse and collide in a fixed space. Us-
ing information about the atoms and molecules within the fluid, the theory can provide
information about the fluids properties, such as pressure and temperature. Unfortu-
nately, considering the individual molecules in the fluid incurs extensive computational
costs and time, therefore an averaging technique is required that is still small enough
to be considered microscopic yet large enough to contain enough molecules to obtain
reasonable averaging statistics for the macroscopic properties. The Boltzmann method
considers a number of particles of mass, m, within a volume at position, x, with velocity,
u and at time, t; and their values at time, ¢ + dt, after experiencing an external force,
F:

f(x,u,t)dxdu, (3.1)

and
F(x+ —dt,u + Fdt, t + dt)dxdu. (3.2)
m

Subtraction of Equation 3.2 and Equation 3.1 produces the Liouville equation:
F(x+ —dt,u+ Fdt, t + dt)dxdu — f(x, u, t)dxdu = 0. (3.3)
m

However, it is likely that collisions between particles occur therefore the number of
particles in the volume, dxdu, would change. Therefore, an additional term is required

to account for the effects of these collisions:

0 t
i+ Xt u+ Rt + dtydxdu — f(x,u, Hdxdu = LB Gquae (3.4)
m ot coll
Finally, manipulation of Equation 3.4 leads to:
of [ of w Of n_0of

F

ot 9x m @ ou ot (3.5)
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Granular particles portray similar kinetic and collisional behaviours to the molecules
considered in the above equations, however, the scale of the particles is much larger.
Since the probability densities can be found using the above equations at different times
we can develop transport equations to determine the average fluid properties on a macro-
scopic scale. This has been carried out and explained extensively by Gidaspow [18] but
comes about through the multiplication of the above Boltzmann equation by an arbitrary
value, 1, and integrating over the velocity domain to produce Maxwell’s equation. The
Maxwellian transport equation can then be used to determine the macroscopic mass,
momentum and kinetic energy equations through the substitution of ¥ with m, mu and

1/2mc?, respectively.

Differing from the Boltzmann equations, the kinetic theory of granular flow needs to con-
sider the different stages of particle loading that take occur, especially in fluidised beds,
kinetic, collisional and frictional. Therefore, closure terms are developed and explained
with the progression of this chapter which accounts for these different phenomena. How-
ever in most cases, particularly kinetic and collisions driven regimes, random oscillations
occur between the particles, leading to inelastic collisions and the dissipation of energy.
The granular temperature, ©4, measures these random oscillations of the particles and is
defined as the average of the three variances of the particle’s velocities, 1/3(u?+v?+ 22).
A full mathematical description of the kinetic theory is provided by Gidaspow [18]. The

kinetic theory of granular flow is modelled using the following equation:

3
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The first term on the right-hand side represents the production of fluctuations due to
pressure and shearing forces. The second term in Equation 3.6 is the granular heat flow
vector and the granular conductivity, ke,, [18] is comprised of a kinetic component and
two collisional components accounting for the transport of energy by particle velocity

fluctuations and by particle collisions, respectively:

_ 150psdsv/Osm 6

2
e
ko = 1+ — 1 22p.d, (1 =, 3.7
o. 331(11 ) g0 +5esgo(+e) + 2e5psds (14 €) go - (3.7)

The kinetic component dominates the flow in dilute regimes whereas the collisional
terms dominates in dense flows as collisions take place more readily. The dissipation of
energy due to inelastic collisions is taken into account in Equation 3.6 by the collisional

dissipation term, ~e,. It is taken from Ding and Gidaspow [132] and is given as follows:

12(1—¢*)go ,

Yo, = 7 €8p5@§/2. (38)
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For elastic particles, e = 1, there would not be any loss of energy due to the collisions

therefore vo, would equal zero.

The final term in Equation 3.6 represents the dissipation of fluctuating kinetic energy

due to the interaction of the particles with the surrounding fluid.

3.1.2 The conservation of mass

Although the previous section explained that the conversation of mass and momentum
equations could be derived by the Maxwell transport equation, it is also interesting to
show the derivation of the multiphase conservation equations in comparison to single
phase modelling. The conservation of mass for a single fluid is obtained when the rate
of increase of the mass within the volume is equated to the net rate of mass entering

and leaving the volume through its surfaces.

The total mass per unit volume, p, over the entire control volume is:

m = /Q p 0 (3.9)

The rate of change over the volume including the convective change across the surface

of the control volume, S, is:

d
d—T = %/ﬂp dQ + /Sp (U-n) ds = Z(external influences) (3.10)

Applying Gauss’ theorem, also known as the divergence theorem, relates the net mass

flow across the surfaces of the volume to its behaviour within the volume, thus producing:

/Q [% +V- (pg)} dQ = Z(external influences) (3.11)

Finally giving the conservation of mass for a single phase:

dp . .
5 + V- (p7) = Z(external influences) (3.12)

Since the present work utilises multiphase flow modelling with a gaseous phase and
granular solid phases, each phase would be modelled with its own conservation of mass
equation with the inclusion of the volume fraction term, ¢; to specify the volume of the

cell occupied by each phase, such as:

9 (ggpy)

ot + V- (gpgTg) = Sgs, (3.13)
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and 5
% + V- (£4psis) = Sag, (3.14)
where
SSg = —SQS = wz‘EYZ‘RZ‘. (3.15)

The source term, S;, is the specific rate of production of the mass of phase, i, due to
chemical reactions. This source term is important in reaction modelling since chemical
reactions lead to a mass exchange from one phase to the other. An example of this
would be during heterogeneous reactions where the solid char phase reacts with different
gaseous reactants to produce additional gaseous products and a reduction in the mass
of the char phase. Where mass exchange is not taking place the source term is taken to

be zero.

The sum of all the phases in a control volume equals 1:

» ei=1 (3.16)

3.1.3 The conservation of momentum

The conservation of momentum requires that the rate of change of momentum of the

fluid element equals the sum of the forces that act upon it.

The conservation of momentum is determined by the same method as that used to find
the conservation of mass, Equation 3.11, however the total momentum per unit volume,
pU, is solved instead of the total mass per unit volume. After the application of Gauss’
theorem the momentum equation can be written as:

d
/ [apﬁ dQ+V: (p(T®7))| dQ = Body forces + Surface forces. (3.17)
Q

The forces acting upon the control volume for a general single phase case include body
forces, i.e., gravitational forces, pg, pressure forces, Vp, and the surface viscous forces,
V -7, thus the conservation of momentum equation becomes:

9 (pv)

T'f'v-(p(l_f@ﬁ)):—Vp-f—v-?-f—pg. (3.18)

Common forces between a single phase and a multiphase flow include surface forces
and body forces as shown in Equation 3.18, however multiphase flow modelling re-
quires an additional force that considers the interaction between the different phases,
K45 (Uy — Us). Furthermore, in the case of reaction modelling the mass exchange between

phases is taken into account in the form of a source term.
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The gaseous and solid phases in multiphase flow modelling are modelled with their own

momentum equation as follows:

0 (egpqUy) L - -
g@tg L2+ V- (ggpg (Tg ® Tg)) = — VP + V - £4T¢ + €4y
+ Kys (Ug — Us) + SgsUy, (3.19)
and
0 (espsUs)

ot + V- (ESPS (53 ® ﬁs)) =—&Vp—Vps+V- 53?5 + 5spg§

— Ko (i — Bs) + Ssgls. (3.20)

The first term on the right-hand side of Equation 3.19 and the first and second term
on the right-hand side of Equation 3.20 represent the surface forces acting on the fluid
element due to pressure. An additional pressure term is included for the solid phase
which is made up from a kinetic and a collisional term as given by Ding and Gidaspow
[132]:

Ps = €spsOs + 2p5 (14 ) 29O, (3.21)

The solids pressure is similar to the Van der Waal’s equation of state for a gas of
which Chapman and Cowling [37] carried out extensive work on non-uniform gases. In
granular modelling, the thermal temperature is exchanged for the granular temperature,
O, which was described in Section 3.1.1 and the radial distribution term, gg, replaces
the y term where a value equal to 1 would represent a gas with molecules distanced far
apart and increasing the value towards infinity lead to the compaction of those molecules
until eventually they would be regarded motionless. The coefficient of restitution, e, was
developed by Jenkins and Savage [40] to account for the loss of energy due to particle
collisions. The radial distribution used in the present work was developed by Ogawa

et al. [39] and is expressed as:

- 17371
9o = 1—<€ . > : (3.22)

The second and third terms on the right-hand side of Equations 3.19 and 3.20, re-

spectively, are the stress-strain tensors for the viscous forces. Each phase has its own

equation:
= _ _ 2 T
Tg = Eghtg (VU + va) — 3%l (V-4 1y, (3.23)

and 5
Ts = espts (Vs + vgsT) + e, (gs — §Ms> (V- Ts) 1, (3.24)
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The stress-strain tensor for the solid phase is similar to that of the gaseous phase only
an additional term is added for the bulk viscosity, £, which accounts for the resistance
of the granular particles from expansion and compression during particle collisions. The

expression used is taken from the works of Lun et al. [133]:

4 0.\ /2
& = gesdspsgo (1 +e) (7> : (3.25)
Equations 3.23 and 3.24 also include the effects of shear viscosity, u;. The gaseous
viscous term is made up of the gas phase laminar viscosity and the gas phase turbulent
viscosity. Turbulence modelling is not a large contributor to the modelling of bubbling
fluidised beds as the drag effects dominate. However, in circulating beds where the
Reynolds number, Re, is higher and also in reaction kinetic modelling; both of which
are considered in the present work; a turbulent model is applied. This will be discussed
further in Section 3.1.5 wherein the expression for the gas phase turbulent viscosity, 1, ,

is given in Equation 3.40. The gaseous viscous term is given by the following expression:

Hg = g, + fg;- (3.26)

The solid shear viscous term is a combination of translational, collisional and frictional

momentum exchange:

Hs = Hsoop T Hspim T Mg (3.27)

The translational viscous term is taken from the works of Gidaspow et al. [65] who

developed the following expression:
2

10dspsv/ O 47 4
_DsPsVEST 1y L2 (1 3.98
96e, (1+e)go | T 559 (L+e) (3.28)

Hspin =
As flows become more dense more collisions occur between particles therefore the vis-
cosity due to these collisions needs to be accounted for. The collisional viscosity in the

present work is taken from Ding and Gidaspow [132].

4 0,\ 2
s, = —€sdspsgo (1 + €) (—) . (3.29)
) s
For very dense flows, a frictional viscosity is introduced as the volume fraction of the
particulate phase approaches the packing limit, which is the maximum volume fraction of
particles that can occupy the control volume. Therefore, the friction created between the
particles generates a large amount of stress which is modelled by Schaeffer’s expression

[134]:
_ ps sing

Hape =~ — (3.30)
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The friction model was developed based on the von Mises yield function [134] where
Isp is the second deviatoric stress invariant and ¢ is the angle of internal friction which
varies for different mixture properties, i.e., smooth and rounded particle have low angles
of internal friction; whereas sticky or very fine particles have a high angle of internal
friction. The values for the angle of internal friction range between 15° and 45°, with

30° the typical value.

The external gravitational forces acting on the fluid element are given by the third and
fourth term on the right-hand side of Equations 3.19 and 3.20, respectively. The next
term in these equations refers to the momentum transfer due to the interaction of the

phases within the fluid element, i.e., drag.

There are a number of drag models for the interaction between the gaseous and solid
phases available in the literature as discussed previously in Section 2.2. The following
drag models are used in the present work: the Gidaspow [65], Syamlal-O’Brien [68],
Hill-Koch-Ladd [73] and the Energy Minimisation Multi-scale (EMMS) [81]. Due to the

large number of equations involved, the gas-solid drag models are given in Appendix A.

In simulations where there are multiple solid phases the interaction between them also
needs to be considered. An expression was developed by Syamlal [135] which incor-
porates the different diameters of each phase, the radial distribution and introduces a

coefficient of friction term for the friction between different phase particles.

—

.
Vs, — Vsgyl-

2
3(1+e) (% + Cfrsiss %) E51E55 P51 Psy (dsy + d32)2 90,5152

3.31
27T (psldgl + pSngg) ( )

Ks132 —

3.1.4 The conservation of energy

The third law of physics requires that the rate of change of energy must equal the sum
of the rate of heat added to and rate of work done on the fluid. The enthalpy is the sum

of the total energy and the product of its pressure and volume.

The conservation of energy is written in terms of the enthalpy for each phase in the flow,

as follows:

0 R

B (gpgHg) +V - (gpgUgHg) =V (AgVTy) + Qgs + SgsHs (3.32)
and 5

5 (espsHs) + V- (espsUsHg) =V (AsVTs) + Qsg — SsgHs. (3.33)

where Hg represents the source term that includes sources of enthalpy, H; is the enthalpy

for each species in the mixture and )\, is the mixture thermal conductivity. The specific



Chapter 3 Computational Fluid Dynamic Modelling 33

enthalpy, H;, for the individual species in a mixture is defined as follows:

H;, = ' CpidT + AHy,; (3.34)

To
The specific heat, C) ;, represents the amount of heat required to change that species’
temperature by a given amount and the heat of formation, Hy;, is the change of en-
thalpy required for the formation of 1 mole of a substance in its standard state from its
constituent elements in their standard states at temperature, Ty. The standard state

that data is usually obtained is at a pressure of 1 bar and a temperature of 25°C.

The thermal conductivity of the phase, A;, describes a substance’s ability to conduct

heat. For a gas containing a mixture of species the thermal conductivity is given by:

X\
Ay = — I .
9 ; Eij¢ij (3 35)

SGTE PR e

where X; represents the mole fraction of the individual species.

and

¢ij =

The heat exchange between the phases, Qys, is a function of the temperature difference
and given by:
Qs = —Qsg = hygs (Ty — Ts) . (3.37)

The interphase heat transfer coefficient, hys, is discussed in further detail in Section 3.2.1.

3.1.5 Turbulence modelling

In the present work, the k - ¢ turbulence model is used to model the gaseous phase in
circulating fluidised beds and during reaction modelling. In bubbling beds, the solid
phases are not influenced greatly by the surrounding gases because the influence of drag
from the fluidising behaviour of the bed dominates. However, in circulating beds the
velocity of the gases at the base of the reactor are much higher than in bubbling beds,
as a result the Reynolds number, Re, increases and a fast fluidising behaviour can be

observed.

In reaction modelling, turbulent mixing is a large contributor to the mixing of reactants
for the homogeneous reactions. In the present work the homogeneous reactions, which
will be discussed further in Section 3.3.4, consider the effects of turbulent mixing in
addition to chemical kinetic rates with the finite-rate/eddy-dissipation model therefore

it is important to consider a turbulent model for the gaseous phase. The transport
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equations for turbulent kinetic energy, k, and its dissipation rate, €, are as follows [136]:

0 k
% + V- (ggpguik) =V - g4 <Hgl + Z—ZV : k> + 4Gl — ggpg€ (3.38)
and
0 (egpge 1 Eq€
% + V- (ggpguvi€) =V - &4 (Ngz + U_gtv : €> + % (Ce, G — Ceypge) - (3.39)
where
k2
g, = pgCpu—-. (3.40)

€

Equation 3.40 defines the gaseous turbulence viscosity which was required previously in
Equation 3.26 to determine the gaseous shear viscosites. The model constants are taken
from Launder and Spalding [136] to be C¢, = 1.44, C, = 1.92 and C,, = 0.09, whilst
the turbulent Prandtl numbers for k and € are o, = 1.0 and 0. = 1.3, respectively. G}
represents the generation of turbulent kinetic energy due to the mean velocity gradients

and is represented by:

——0v;
Gy = —pgvgvéa—x]‘, (3.41)
7
where 5 5 5
] Ui Uy
— v = -— — —pgkdii. 3.42
Pglilj = Mg, ((%cj + 8%) 3P9h 0% (3.42)

3.2 Heat transfer modelling

3.2.1 Heat transfer coefficients

For multiple phases, the interphase heat-transfer coefficient, hy,, which is used in Equa-
tion 3.37, is related to the Nusselt number, Nug, as it is the product of the specific
surface area and the interfacial heat transfer coefficient:

_ 6AgegesNuy

hgs = 2 (3.43)

An empirical relation for the interphase heat transfer coefficient was proposed by Gunn

[102] which relates the Nusselt number with the particle Reynolds and Prandtl number:

Nug =(7 — 10eg + 522)[1 + 0.7(Re, ) *2(Pr) /%]

(3.44)
+(1.33 — 240y + 1.20e2)(Re,) "2 (Pr)*/?
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where the Reynolds number, Re, is calculated as of Equation A.1 and the gas phase

Prandtl number, Pr, is calculated as follows:

pr = Spally (3.45)
)\g

3.2.2 Thermal conductivities

As discussed previously in Section 2.3, the thermal conductivities of both the gaseous
and solid phases are dependent on the local porosity as well as the thermal properties of
both phases, A\, and A;. The effective thermal conductivities for the gaseous phase was
developed by Zehner and Schliinder [96] and later adopted by Kuipers et al. [95] and is

Xl = (1 — \/6—) Ag- (3.46)

€g

given by:

Natarajan and Hunt [98] expressed the effective thermal conductivity of the solids phase

as the sum of the internal molecular conductivity and the particle kinetic conductivity:
AT = ymol y \kin, (3.47)

An effective solid thermal conductivity was also developed by Zehner and Schliinder [96]

who suggested that the molecular conductivity of spherical particles takes the form:

1
mol — __ A+ (1—w)T 4
A= Ay e (1)) (3.49)
where
2 A—-1) B, [A B—-1) B+1
= = ( )2—ln<—>—( B)— + (3.49)
(-3 la-5§ 4 \B/ (-3 2
As
10/9
B:1.25<§—3)
w=T7.26x10"3

Hunt [99] derived an expression for the kinetic contribution as a function of granular
temperature. It considers the solid kinetic conductivity as the rate of thermal energy

which is transported due to the fluctuating motion of particles.

kin / 7T3/2
)\S = pSdep @5% (350)
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3.2.3 Porosity modelling

)\Zf ! 2/ require information about the bulk

The effective thermal conductivies, and
porosity, €4, however in the near wall region, where the scale is in the order of particle
diameters, the porosity is dependent on the diameter of the particles and the distance
from the wall. Therefore the bulk porosity would not correctly represent the porosity

distribution in this near wall region.

Patil et al. [97] modified a model produced by Martin [101] to consider the variation
in voidage near a wall in a fluidised bed compared to the previously used packed beds.
Fluidised beds display a higher bulk porosity, and hence near-wall, porosities therefore
the model was developed to account for this. The effective gas porosity determined from
the model is then utilised in the thermal conductivities above. The porosity distribution
is given by:

2
bulk __ _ bulk 2z @
126 — 0.26 +1.26 (1 — =5%) (3 — 1) (0<#

gy = (3.51)

2 1
52“”“ +0.26 (&tg“”‘“' -1) exp(% - ﬁ)cos (3’; T %) (% > 5)

IN
N[
N—

o

where

3.3 Reaction modelling

3.3.1 Species transport

The mass fraction of each species in a phase, Y;, is determined from the conservation

equation of species transport as follows:

0 S
5 (egpgYi) + V (egpgUyYi) = =V - €4Ji + €Ry ;i + Ry ;. (3.52)

J; is the diffusion flux of the individual species, i, as a result of concentration gradients
and is calculated using the modified Fick’s law for the diffusion flux of chemical species
in turbulent flow. The turbulent Schmidt number, S¢;, is set to 0.7, and D, ; is the

mixture diffusion coefficients:

e
Ji=— Dypi + — Y; 3.53
(pg it Sct) \Y ( )
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where Ly
Dy = 7)(? (3.54)
Yj#i Dy

The second and third terms on the right hand side of (3.52) represent the rate of pro-
duction of species, i, due to the homogeneous reactions between gaseous species and

heterogeneous reactions between gas and solid species, respectively.

3.3.2 Devolatilisation modelling

During the devolatilisation process, the coal phase breaks down into a char phase whilst

the gaseous volatiles are released:

Coal — Volatile + Char (3.55)
Volatile — a1COg + a2CO + a3CHy + a4Hy + asHsO + agTar (3.56)

The yield of the volatile products released is determined using correlations developed by
Loison and Chauvin [122] which estimates the important gaseous products based on the
proximate analysis of the coal. The proximate and ultimate analysis of the coal used
the present work is given in Section 6 which gives details of the reaction model set up.

The yields are calculated as follows:

Yc0, = 0.135 = 0.900Y.clatite(dat) + 1-906Y % ti1e(dar) (3.57)
Yoo = 0.428 — 2.653Y.olatile(dat) + 4-845Y ojatite(dat) (3.58)
Yo, = 0.201 — 0.469Y clatile(dat) + 0-241Y % ti1e(dar) (3.59)
Yir, = 0.157 — 0.868Yyqlatite(dat) + 1-388Y\ 1atile(daf) (3.60)
Yi1,0 = 0.409 — 2.389Yolatile(dat) + 4-554Y % tite(dar) (3.61)
Yrar = —0.325 4 7.279 olatile(dat) — 12-880Y% tite(dar) - (3.62)

Badzioch and Hawksley [119] developed a single rate model which assumes the rate of the
volatile release to be first-order dependent based on the amount of volatiles remaining

in the coal. The model releases char and volatiles as follows:
Coal % Char + Volatile (3.63)

and the kinetic rate follows the Arrhenius equation,

k = Aexp <;—7€?) , (3.64)
p

where the pre-exponential factor is A = 4.92x10° s~! and the activation energy is F =
7.4x10* J/mol.



38 Chapter 3 Computational Fluid Dynamic Modelling

TABLE 3.1: Heterogeneous reactions with their kinetic rates.

Reaction Kinetic Rate Units
RlI C+ 05— COy K pr, = 1.04x105T exp (%) kg/m?3s
R2 C+HyO —CO+Hy | Kapp, = 342Tcexp %SOO kg/m?>s
R3 C+ COy — 2CO K ppry = 342T exp %SOO kg/m?3s
R4 C+ 2H, — CH, K apr, = 0.342exp (%) kg /m3s

The Kobayashi two-equation method [137] instantaneously handles the devolatilisation

of coal and volatiles release:

S (1= 2Zy) S+ Z1V,
Coal (3.65)

N (1= 23) Sy + Z5 Vs,

_Ei
p

S; represents the char that is unreacted, V; is the volatile produced and the yield factors
are given by Z;. Kobayashi et al. [137] recommends that Z; be set to the fraction
of volatiles determined by the proximate analysis as it represents devolatilisation at
lower temperatures. Zs should be set close to unity as it is the yield of volatiles at
high temperatures. The rate constants ki and ko are given in Arrhenius form where
Ap =2x10° 71, Ay =1.3x107 s~!, By =1.046x10° J/mol, Fy =1.67x10° J/mol, Z; =
0.418, Zy = 1.0 and R is the universal gas constant, 8.314472 J/mol K.

3.3.3 Heterogeneous reactions

Heterogeneous reactions take place between the char and the surrounding gases. The
char combustion between the char and O takes place very quickly. The reactions take

place on the external surface of the particles therefore models have been created that
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consider the kinetic and the diffusive rate constants as follows:

Ro = ((Kar) ™ + (Kpip) ") Co, (3.67)
E
K ppy = ATT :
A sexp ( RTS) (3.68)
ShD swe
Kpip = 2—295"C _
Dif RTSdS (3 69)
Sh = 2.0+ 0.6Re/?Prl/3 (3.70)
8.34x10- 6717
Dys = X# (3.71)

where Sh and Dg, are the Sherwood number and diffusion coefficient for the gas, re-

spectively.

The gasification heterogeneous reactions take place much slower than the combustion
reaction and have a longer residence time within the bed. The diffusion of the reactants
into the char is not dominated by the external surface reactions as seen in combustion

therefore such diffusive reactions need not be considered:
Reo = KArr[Cg]- (3.72)

The kinetic rates are taken from the literature [129, 138] and are provided in 3.1.

3.3.4 Homogeneous reactions

The homogeneous reactions within the gaseous phase consider the effects of the turbu-
lent flow and chemical reactions. The Arrhenius kinetic rate and the eddy-dissipation
rate [139] are calculated using the finite-rate/eddy-dissipation model which takes the
minimum of the two rates to be the net reaction rate depending on whether the kinetic

rate is dominating the local reactions or if turbulent mixing is dominating:

Ri,r = min (RAT‘T‘a REdd) s (373)

Rapr = ko T*CRCE, (3.74)
/ € . . Yr YpYp

Rpaa = 4.00; ;wipg 7 min [mén <U§;¢,rw3> T (3.75)

The homogeneous reactions with their kinetic rates [104, 108] are provided in 3.2.

3.3.5 Limestone calcination

Limestone calcination is the breakdown of limestone, CaCOQOgs, into calcium oxide, CaO,

and carbon dioxide, COs. The reaction and the kinetic reaction rate (Pa~! s=1)[104,
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TABLE 3.2: Homogeneous reactions with their kinetic rates.

Reaction Kinetic Rate Units
R5 CO +0.505 — CO, K1 = 1.0x10%exp (%300) CooCoophs kg/m®s
R6 Hz+0.502 — H20 Ko = 5.159x10" exp E%?O) T 15CECo,p2° kg/m>s
R7 CHy 4202 — 2H0 + CO» | K3 = 3.552x10 " exp %Jmo) T~ Con,Co,p? kg/m%s
R8  CO+H0 & Ho+COy | Ky =2780exp (=3210) {CCOCHQO - m ke /m®s

140, 141] for the limestone calcination are given by:

CaCO; "4 CaO + COs (3.76)
and 3.07x10M —24670
Feal = 336107 p exp (—20260/T]) P ( T ) ’ (377)
The CaO is the active solid that absorbs SO2 producing CaSOg:
2Ca0 + 2805 + Oy — 2CaSOy; (3.78)

however, due to the low amount of sulphur within the coal, the present model does not

account for its presence in the chemical processes.

3.3.6 Wood gasification

Although the primary purpose of this study is the gasification of coal, the model is
modified to incorporate a biomass model to determine the effects of fuel variation. The
biomass model considered in the present work uses the primary step modelling of Thurner
and Mann [142] which has been applied previously by Gr¢nli and Melaan [143], Larfeldt
et al. [144] and Gerber et al. [114]. The primary step considers the degradation of
wood into three components, namely gases, tar and char. The kinetic reactions use the

standard Arrhenius form taken from Equation 3.66:

k1
/" Gases

Wood 22 Tar (3.79)

k3
N\, Char.

The mass fraction composition of the gaseous products released are taken from the exper-
imental works of Seebauer [145]. The gaseous compositions and the kinetic parameters

for the different models are given in Table 3.3.
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TABLE 3.3: Kinetic parameters for the biomass model along with the composition of
the products released after each reaction.

Reaction Kinetics Mass fraction of products
k; A; E; CO, CO CH;y H; H;O Char Tar
(1/s)  (3/mol)

k; | 1.43x10* 88600 | 0.386 0.270 0.056 0.032 0.256 - -
ko | 4.13x10% 112700 - - - - - - 1
ks | 7.38x10° 106500 - - - - - 1 -

3.4 Boundary conditions

In order to solve the equations for granular flows there needs to be appropriate boundary
conditions. For an impermeable wall, a no-slip boundary condition would be given for
the gaseous phase however the solids phase would require different boundary conditions
for the velocity and granular temperature of the particles. The solid phase velocity
component normal to the wall is set to zero but the particles are allowed to slip along
the wall. Johnson and Jackson [146] developed a model introducing the specularity
coefficient, which quantifies the nature of the particle-wall collisions based on whether
the walls are smooth and frictionless, ¢ = 0, or very rough, ¢ =0:

6 0v.
65710 I /’LSES,TTLCLI Us,w ) (380)

V3Vorepsesgo On

The granular temperature is found by equating the granular temperature flux to the

wall and the generation of granular temperature at the wall to the energy dissipation

due to particle-wall collisions.

s 3
kO 90  \3mppsesgoi? stip0?
O = ——— + ’ : (3.81)
Yw ON 6YwEs,maz

where s
V3m (1= e3) espsgot

455,max

Y = (3.82)






Chapter 4
Gas-Solid Flow Dynamics

This chapter looks at the gas-solid flow dynamics in both bubbling and circulating
fluidised beds. The first section carries out a parameter study on a bubbling fluidised
bed which also covers the transition from a bubbling, turbulent regime to a circulating
regime whereas the second section focuses solely on a fast fluidised regime in a circulating
fluidised bed taken from the literature [2]. Variations in the gas velocity and particle
diameters are tested to determine their influence on the flow dynamics whilst different
model parameters are varied and compared to determine their effects on the models, i.e.,
drag models, coefficient of restitution and specularity coefficients. Finally, conclusions
are drawn based on the results discussed in this chapter. The work carried out in this

chapter was published previously in the Chemical Engineering Journal [11].

4.1 Bubbling fluidised beds

The reactor used for the bubbling fluidised bed is the same as that used for the circulating
bed in Section 4.2. The reactor is based on the experimental set up given by Samuelsberg
and Hjertager [2] and a schematic diagram is given in Fig. 4.1. In the experiment, the
root mean square velocities of the particles were taken at three heights, 0.16 m, 0.32
m and 0.48 m in the reactor using laser doppler anemometry (LDA) technology, which
measures the direction and speed of the particles in the air. The introduction of a gas
exceeding the terminal velocity, would carry the particles up the reactor and into the
cyclone. Exhaust gases would exit through the top of the cyclone whilst particles would
descend down the downpipe where they are re-introduced back into the reactor, hence

completing the cycle.

An initial static bed height of 0.05 m was set for the particles with the secondary air inlet
position at the same height. This secondary inlet forces circulating particles back into

the reactor with a low constant velocity, set at 0.05 m/s, thus preventing particle build up

43
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in the tube. The particles utilised in the experiment were fluid catalytic cracking (FCC)
particles which are widely used in petroleum refineries for the conversion of petroleum
crude oils into more valuable products such as gasoline. The particles had a density of
1600 kg/m? and a diameter range of 20 ym - 150 pm with the mean diameter taken
to be 60 pym. Two superficial gas velocities, 0.71 m/s and 1.42 m/s, were introduced

through the primary inlet at an ambient temperature.

For the bubbling fluidised bed model, the focus of this section only, the secondary air
inlet is neglected and assumed to be covered up to prevent lose of particles from the
riser and to ensure a single gas supply from the primary inlet below the bed. Since the
transition from a bubbling to fast fluidising regime is the primary focus of this section of
work, the simulations concentrate only on the lower 0.5 m section of the riser where the
majority of the bubbling behaviour takes place thus reducing the number of unnecessary

cells and hence the computational time.

AIR OUI"ILET
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CYCLONE-
— RISER
Im
DOWNPIPE
/
0.032m
—
- 0.05m
SECONDARY AIR INLET
DISTRIBUTOR — ==
+
PRIMARY AIR INLET

FIGURE 4.1: Sketch of the laboratory scale circulating fluidised bed used in the bub-
bling and circulating fluidised bed work [2].
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TABLE 4.1: Table of Parameters for the bubbling and circulating fluidised bed.

Gas Units
Vg Velocity 0.06-1.42 m/s
Pg Density 1.225 kg/m3
g Shear viscosity 1.79x107° kg/m s
Particles

d, Particle diameter 40, 60, 80 pm
Pp Particle density 1600 kg/m3
e Particle coef. of restitution 0.95

ew Wall coef. of restitution 0.95

© Specularity coefficient 0.25

4.1.1 Mesh generation

The 2D mesh used for the bubbling fluidised bed reactor contains 18732 cells with cell
sizes set to 0.001 m. In order to capture the complex flow behaviours at the walls, the
nodes in the radial direction were non-uniformly distributed such that a more refined
grid, set to a minimum of 0.0005 m, could accurately model the downflow behaviour
within these regions. As previously mention, the secondary inlet is not present in the
bubbling bed simulations as the transition from bubbling to fast fluidisation is the main
objective therefore the mesh contains only the primary inlet, the riser and a pressure
outlet set 0.5 m above the inlet. The 3D mesh contains 733821 cells of width 0.002
m and a height of 0.005 m with a refined mesh at the walls of 0.00075 m to capture
the near-wall particle behaviours. The parameters utilised in both the bubbling and

circulating beds are given in Table 4.1.

4.1.2 Bubbling characteristics

Figure 4.2 displays the contour plots of the particle volume fraction distribution com-
paring the Gidaspow and Syamlal-O’Brien drag models at 9.0 s with an inlet velocity of
0.16 m/s. A line graph of the particle volume fraction up the center line of the reactor is
also displayed. Both drag models show a bed expansion height around 0.28-0.3 m. The
slight increase in volume fraction above this range which can be seen in the Syamlal-
O’Brien model is due to the presence of a large voidage along the left wall which will

erupt releasing particle spray into the freeboard.

In both models it can be seen that the bubbles appear larger towards the top of the bed
due to coalescence of smaller rising voidages. The particle volume fractions towards the
top of the reactor appears more dilute compared to lower regions of the bed. This is
emphasised in the line graph where the higher particle concentrations reside at the base

decreasing with height. This is due to the compromising behaviour of the two phases,
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FIGURE 4.2: Contour plots and centre line graph comparing the volume fraction of
particles within the lower 0.5 m of the bed for the Gidaspow and Syamlal-O’Brien drag
models with velocity 0.16 m/s.

i.e., the air rises whilst the denser particles descend down to the base. This leads to a

larger collection of particles at the base of the reactor.

The heterogeneous flow distribution and positioning of the bubbles within the bed leads
to the fluctuating particle volume fraction observed in the line graph in Fig. 4.2. The
fluctuations decrease with increasing height for both models where the lower regions of
the beds hold regions of strong particle collections amongst small dilute bubbles. As
bubble coalescence takes place the particles become more evenly dispersed within the
bubbles, reducing the opportunity of particle agglomeration which results in smaller

fluctuations between the dense regions and voidages with increasing height.

The contour plots in Fig. 4.2 display higher particle volume fractions along the walls
compared to the core region. This is due to the segregative tendencies of the particles
towards the walls; where they can descend back down towards the base of the reactor

without too much resistance from the ascending gas flow.
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4.1.3 Effects of inlet velocities

The volume fraction distribution for the particles using the Gidaspow model with four
inlet velocities, i.e., 0.1 m/s, 0.16 m/s, 0.18 m/s and 0.36 m/s, are shown in Fig. 4.3(a-d)
for particles with a diameter of 60 ym. The terminal velocity, V¢, for particles with a
diameter of 60 pm, is 0.175 m/s so inlet velocities were chosen to capture the behaviour
of the particles below and above V;. Although the terminal velocity applies to single
particles in suspension, the bursting-bubbles at the top of the particle bed release a
small number of particles above the bed where they are effectively suspended. If the
gas velocity does not exceed V; the particles fall back down to the particle bed. This is
referred to as a bubbling bed and is displayed in Fig. 4.3 (a)(b). Exceeding V; means
the suspended particles can be carried with the gas phase and continue up the riser.
This fast fluidisation state can be seen in Fig. 4.3 (c)(d).
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FIGURE 4.3: Particle volume fraction at 9.0s for a range of velocities above and below
the terminal velocity. For d, = 60 ym: a) V=0.1m/s, b) V=0.16 m/s, ¢c) V = 0.18
m/s and d) V = 0.36 m/s.

The bed height expansions for the bubbling fluidised states are approximately 0.16 m
and 0.3 m for 0.1 m/s and 0.16 m/s, respectively. Their contour plots show bubbles
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appear smaller with a more regular shape near the entrance of the riser, increasing in
size and distorting with increasing height. As observed in the previous section, this is
due to the coalescence of the bubbles with smaller bubbles rising from the base of the
reactor. As the velocity increases, the bubble sizes increase and the solid-gas mixture
appears more dilute particularly towards the top of the bed. The solids descend to the
base of the reactor as the solids and gas compromise. The solids segregate towards the
walls which is clearly seen in the line graphs in Fig. 4.3 (a)(b) where the volume fraction

against the right walls are significantly higher than in the centre of the reactor.

The fast fluidising states in Fig. 4.3 (c)(d) show very dilute distributions in comparison
to the bubbling models. The fluctuations indicating a change from a region of high to
low particle volume fraction within the core are less pronounced in the fast fluidising
state due to the solids being carried with the flow and more evenly dispersed compared
to that in bubbling beds. The volume fraction against the wall remains slightly higher

than the core again due to particle segregation.

The lower fast fluidising velocity, 0.18 m/s, shows a higher accumulation of particles
nearer the inlet compared to the higher gas velocity of 0.36 m/s. As particles accumulate
and denser regions are formed in lower regions of the bed. The local gases are not strong
enough to carry a collection of particles with the flow compared to single particles and
since the introduced gas in Fig. 4.3 (c) is only slightly higher than the terminal velocity
then more agglomeration will take place. Increasing the gas velocity allows for a faster

flow of gas to push the collection particles higher up the bed.

4.1.4 Variation in coefficient of restitution

A number of coefficient of restitutions are compared for the Gidaspow model at two
velocities 0.1 m/s and 0.16 m/s, i.e., in the bubbling regime. Figure 4.4 and Fig. 4.5
shows the volume fraction of the particles in the centre and against the right wall of the
reactor for the inlet velocity 0.1 m/s and 0.16 m/s with a coefficient of restitution of 0.9,
0.95, 0.98 at time 9.0s. A linear line of best fit is provided to show the general trend of

the volume fractions at different heights.

The line graphs in Fig. 4.4 and Fig. 4.5 for all three coefficient of restitutions display a
higher volume fraction at lower heights which decreases with height. The results within
the centre of the reactor for all three coefficients of restitution and both velocities show
strong fluctuations from high to low particle volume fraction regions. These fluctuations
reduce with height as the particles disperse due to the mixing behaviour and larger
bubbles. For both velocities, the model set with a coefficient of restitution of 0.98 shows
a steeper incline in particle volume fractions in the centre of the reactor. Furthermore,
the lower region of the beds contain a lower particle volume fraction compared with the

remaining coefficient of restitution models whilst above the bed it appears to be higher.
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FIGURE 4.4: Variation in coefficient of restitution for velocity 0.1 m/s a) going up the
centre line and b) going up the right wall.

This would indicate there in a decrease in the build up of dense particle regions near the
base of the reactor compared to lower the coefficients of restitutions, whereas there is a
slight increase in particle spray above the bed. This would be due to the conservation
of energy during the collisions of particles with higher coefficient of restitutions leading

to a more active behaviour of the particles.
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FIGURE 4.5: Variation in coefficient of restitution for velocity 0.16 m/s a) going up the
centre line and b) going up the right wall.

The particle volume fractions at the wall are significantly higher than those in the core
of the reactor whereas the fluctuating behaviour of the particle volume fractions are
minimal in comparison. This confirms that particles segregate towards the wall and
accumulate as indicated by the increase in particle volume fraction with descending
height. Larger intervals of lower volume fractions can be seen at the wall, particularly
with ascending height. This is due to the presence of large air bubbles near the wall
which was observed previously in Fig. 4.3, and is due to the elongation of bubbles in the

presence of the walls.
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4.1.5 Effects of particle diameter

If the particle diameter changes then this results in a different terminal velocity, Vi,
since the terminal velocity is dependent on particle diameter. The previous model was
carried out using a particle diameter of 60 pm so an additional two diameters were
simulated, 40 ym and 80 pm, using the Gidaspow drag model for a period of 9.0 s. The
terminal velocities for particle diameters of 40 ym and 80 pm are 0.08 m/s and 0.31

m/s, respectively.
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FIGURE 4.6: The particle volume fraction and particle velocity (m/s) from bubbling
to fast fluidisation for a particle diameter of 40 pym at 9.0 s.

Figure 4.6 displays the particle volume fraction and particle velocity for the transition
from bubbling to fast fluidisation for particle diameter, 40 pm. In both Fig. 4.6 (a) and
(c), the maximum scale of the contour plot for the particle volume fraction is reduced
to 0.15 from an optimal of 0.42 for a clearer observation hence, the white section in the
base of the bubbling reactor (Fig. 4.6 (a)) represents a higher volume fraction than on
the scale. The scale for the particle velocities, in Fig. 4.6 (b) and (d), indicates particles
ascending the reactor with a positive velocity whereas particles descending the reactor

with negative values.

The terminal velocity for a particle with a diameter of 40 pm is 0.08 m/s and the results
show that an inlet velocity below this value displays a bubbling regime. The volume
fraction results in Fig. 4.6 (a) show a significantly higher accumulation of particles in
the lower region of the reactor, which was also observed previously in the 60 pum results,

with more bubbles being present at the top of the bed. The velocity of the particles in
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the bubbling regime are shown in Fig. 4.6 (b). As expected, the particles travel faster
in the core of the bed whereas slower particles are seen descending the reactor near the

walls. This explains the continual accumulation of particles near the inlet.

Inlet Velocity = 0.29m/'s Inlet Velocity = 0.34m's
] Radial Velocity ] Radial Velocity
Yolume Fraction (m's) = Yolume Fraction (m/s)
(] —
. . e [ ]| 2 140 or |8
™ 1R | N..
0.45 057 : |
: [0 =5l I
=3 438 0.30 i 148
= = b
([« =] '\ D -7
I 2.30 0.83 s .24 .16
z i EEI I
E B - EE - B 0.18 r- i
ks =
A 015 -0.52 \ § -0.48 .
l;lz é 0.n8 ] '
£ 0.08 078 ’ é L
2 =
|
B0 b7 l = fose -1.42 .
- I \ il
a) h) = £) | D -

FIGURE 4.7: Contour plots of the volume fraction and vector plots of the radial velocity
(m/s) from bubbling to fast fluidisation for particle diameter, 80 pm.

Increasing the particle diameter from 40 pm to 80 pum (Fig. 4.7 (a)) leads to an overall
dilute distribution within the bed which would be due to the significant increase in
bubble diameter. Furthermore, the bubbles show a clear increase in size with increasing
height as coalescencing smaller bubbles form larger ones. The particle velocities in
Fig. 4.7 (b) displays the presence of particle as high up as 0.5 m in the reactor. It can
be explained by looking at the velocities of the particles within the core of the reactor
which appear to be as high as 0.76 m/s. This is over twice as fast as the terminal velocity
therefore the particles which are sprayed into the freeboard after bubble eruptions would
continue to be influenced by this fast velocity which will carry them higher in the reactor.
The velocities show the particles in the centre of the freeboard reducing in velocity
with increasing height and, particularly against the walls, circle and descend back down
towards the bed.

Above the terminal velocity, a fast fluidising regime is present where the particles con-
tinue to travel up through the reactor. The particle volume fraction in Fig. 4.6 (c)
displays the typical dilute accumulation of particles at the base of the reactor whilst the
top of the riser holds a very dilute dispersed particle distribution. The overall volume
fraction is significantly lower in the fast fluidising regime compared to that observed in

the bubbling regime. The particle velocities in Fig. 4.7 (d) displays the core-annulus
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structure which is commonly observed in fast fluidising regimes where faster upward
velocities are observed in the core of the reactor whilst descension is observed at the
walls. In regions of low particle volume fraction, the upward velocities are higher since
the gas prefers to travel through regions of least resistance, i.e., in the bubbles. Fur-
thermore, the presence of particle build up against the walls leads to a reduction in the
area for the gases to pass which leads to a faster gas velocity. Regions of high particle
volume fraction have generally a lower velocity particularly at the walls due to increased

resistance against the flow.
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FIGURE 4.8: Volume fraction of particles up the centre of the reactor for different
diameter particles in the bubbling regime.

Figure 4.8 displays the particle volume fraction up the centre of the reactor for the three
diameter models with a bubbling regime. All three cases displays a clear distinction
between the fluidising bed and the dilute region above the bed, i.e., the freeboard. The
model with a particle diameter of 80 pum shows more clearly the effects of particle spray
as a result of bubbles bursting at the top of the bed. Furthermore, the fluctuations
are stronger yet less frequent in comparison to the 60 pm particles, thus indicating
the bubbles are significantly larger. The fluctuations of the volume fraction for the 40
pm particles are minimal in comparison to the other two diameters suggesting that the
rising air does not form large bubbles but disperses and travels through the bed between

particles resulting in the overall dilution of the bed as was seen in Fig. 4.6 (a).

The particle volume fraction up the centre of the reactor is given in Fig. 4.9 for the fast
fluidising regimes. Within the lower 0.3 m of the bed, the volume fraction for the 80 ym
particles appears higher than the other diameters. This may be due to larger particles

colliding more frequently at lower heights and since the terminal velocity does not apply
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to multiple particles in close proximity these would be found closer to the base of the

reactor. Above 0.3 m however, the volume fraction is considerably lower than the other

diameters due to the majority of particles being situated in the lower bed and those in

the free board being more dispersed. The 40 um particles have a higher volume fraction

within the centre compared to the 60 pm particles which suggests more particles are

traversing with the gas phase.
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Overall an increase in particle diameter results in an increase in bubble size. Further-
more, simulations showed that increasing the gas velocity past the terminal velocity, Vy,
resulted in a fast fluidising regime being seen whereas a velocity lower than this value
displayed a bubbling fluidising regime which agrees with the theory. Figure 4.10 displays
the graph of the terminal velocity for a range of diameters where the inlet velocities for
the three diameter particles are plotted and coloured to show the fast fluidising regimes

occurring above V; and bubbling regimes lying below V.

It is worth highlighting that the mesh carried out within these models were generated for
a 60 pm particles; of which a grid dependency test was carried out and will be discussed
further in Section 4.2.1. Reducing the particle diameter would potentially lead to more
particles accumulating within the cell which would reduce the accuracy. For simulations
comparing different particle sizes it would be more beneficial to carry out a separate
grid dependency test for each particle diameter. Furthermore, the results obtained are
given at instantaneous times, however time averaging would give a more representative

outlook of the results.

4.1.6 Three-dimensional bubbling fluidised beds

Three dimensional models were performed on three cases exhibiting a bubbling regime,
ie., case 1: dj = 40 pm with V = 0.06 m/s, case 2: d, = 60 pm with V = 0.16 m/s and
case 3: d, = 80 pm with V = 0.29 m/s. Figure 4.11 shows a slice taken in the XY plane
(Z=0) for all three cases up to the height 0.3 m above the distributor. Five slices were
also taken in the XZ plane at different heights depending on the height of the bed in
the specific case. As mentioned previously in Section 4.1.1 the three-dimensional mesh

was coarser than the two-dimensional mesh to reduce the computational time.

The results for case 1, shown in Fig. 4.11 (a), shows the bed height is approximately
0.12 m. This is much lower than that observed in the two-dimensional models which
showed a bed height of approximately 0.28m in Fig. 4.8. This could be due to the spatial
advantage 3D modelling has over 2D models as two-dimensional models allow particles
to move in unrealistic limited directions whereas in 3D modelling the particles could
travel in any direction and consequently affecting the flow dynamics which could lead
lower bed heights. However, it is likely that this could be due to the loss of accuracy
from using such a coarse grid with such fine particle diameters. It is worth highlighting
that the three-dimensional mesh is twice as coarse as the two-dimensional model in the
x-direction whereas it is five times coarser in the y-direction thus greatly increasing the
number of particles per cell. This would also be the case in Figure 4.11 (b) shows the
results for case 2 where the bed shows the bed height is approximately 0.17 m which
again is highly underpredicted. The results for case 3 are shown in Fig. 4.11 (c¢) and
displays a bed height of approximately 0.26 m which is similar to that obtained in the
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FI1GURE 4.11: Contour plots of volume fraction taken through the centre of the reactor

and horizontal slices across the reactor at different heights for three cases. a): d, = 40

pm with V.= 0.06 m/s, b): d, = 60 pm with V = 0.16 m/s and c): d, = 80 pm with
V =029 m/s.

two-dimensional models. This could be due to the particles being larger therefore less

would be present in a cell compared to smaller particles.

The horizontal slices were taken at heights 0.025 m, 0.05 m, 0.075 m, 0.1 m and 0.12 m for
case 1 showing higher particle volume fractions overall compared to the other two cases.
The core-annulus structure can be seen at higher heights however at 0.025 m near the
inlet there is an irregular distribution of solid and voidages. This is expected and agrees
with previous results (in Fig. 4.3) as the solids and gas compromise for space before
coalescence and segregation of particles occurs with increasing height. The horizontal
slices for case 2 were taken at heights 0.04 m, 0.08 m, 0.12 m, 0.16 m and 0.18 m.
There is generally a more dilute distribution of particle throughout the bed compared
to the distribution of the 40 pm particles, further indicating that the bubbles increase in
size with increasing particle diameter, also observed previously (in Fig. 4.3). The dilute
core is more clearly apparent and there is significant accumulation of particles around
the walls particularly at lower heights. This is observed in both case 2 and case 3 as
the mixture becomes more dilute with ascending height again due to the coalescence of
bubbles. The slice for case 3 at heights 0.06 m, 0.12 m, 0.18 m, 0.24 m and 0.28 m show
further dilution of the particulate phase compared to the 60 pm particles. The bubbles
are much larger and the core-annulus structure can be clearly seen with a significant

segregation against the walls particularly at lower heights.
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4.2 Circulating fluidised beds

This section expands on the previous bubbling regime to look at the fast fluidising regime
in both two- and three-dimensions. A complete circulating fluidised bed model is based
on and validated with the works of Samuelsberg and Hjertager [2] and the experimental

set up was discussed in depth previously in Section 4.1.

4.2.1 Mesh generation

The two-dimensional mesh for the circulating fluidised bed comprises of 78934 quadri-
lateral cells with the cell sizes set to 0.001 m. In order to capture the complex flow
behaviours at the walls, the nodes in the radial direction were non-uniformly distributed
such that a more refined grid, set to a minimum of 0.0005 m, could accurately model
the downflow behaviour within these regions. The nodes in the axial direction were
uniformly distributed apart from the region where the secondary inlet joins with the

riser which was more refined in order to capture the re-entry behaviour of the particles.

A 2D grid dependency test was carried using four different grid sizes for the Gidaspow
model since it requires finer cells to capture the important flow dynamics. The EMMS
model, however, is a sub-grid scale model which can be applied to larger cells in order
to capture some of the meso-scale structures. This is a good advantage for larger scaled
reactors where smaller grid sizes are far too computationally exhaustive. Table 4.2
shows the different grid sizes that were considered. Case I replicates the mesh used
by Samuelsberg and Hjertager [2] and the meshes in the other cases are refined further
until the results show independency. These tests were carried out using the same set up
as that seen in the literature [2] with free slip along the walls, ¢ = 0. Time-averaged
measurements of the local axial velocities were taken at different points across the riser
over a period of 3.0 s once complete circulation had begun. The time step remained at
1x10™% s for the grid checks since the simulations showed convergence in all grid cases.
Although reducing the time step could further improve convergence and could result in
slight alteration in the flow dynamics, the increase of time for the simulation to reach

circulation for the complete bed including cyclone etc. would not be feasible.

Figure 4.12 shows the particle velocities across the 0.16 m height for the four grid sized
simulations using an inlet velocity of V.= 0.71 m/s. Although the four cases display
similar reasonable results, the more refined the mesh the more the results converged, as

expected. All subsequent 2D models were carried out using the case III mesh.

To reduce the computational time and cost, the 3D mesh is coarser than the 2D mesh,
containing 1620798 cells. The cell sizes in the x-direction were set to 0.002 m whereas the
cells in the y-direction were set to 0.005 m, namely case II in Table 4.2. Similarly to the

2D grid, the downcomer region was further refined along with the near-wall cells in the
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TABLE 4.2: Table displaying the different grid size cases

‘ ‘ A in ‘ ATmax ‘ Ay ‘
Case I 0.001 | 0.0034 | 0.01

Case II | 0.00075 | 0.002 | 0.005
Case IIT | 0.0005 | 0.001 | 0.001
Case IV | 0.00025 | 0.0005 | 0.0005
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FI1GURE 4.12: Particle velocity across the riser at 0.16 m for the four different meshes
in Table 4.2 for ¢ =0, d;, =60 pum and V = 0.71 m/s.

radial direction to a size of 0.00075 m to capture the re-entry and near wall behaviours

more effectively.

The two-dimensional circulating fluidised bed models ran for over 14.0 s to allow for
complete circulation whereas the three-dimensional models ran for 10.0 s and will be
discussed further in Section 4.2.5. The particle diameter d, was set to 60 um and the
models were tested with inlet velocities of V = 0.71 m/s and V = 1.42 m/s. The same
particle properties were used as those for the bubbling fluidised beds and the full set of

parameters are given in Table 4.1.

4.2.2 Specularity coefficient

The specularity coefficient, ¢, quantifies the nature of the particle-wall collisions based on
whether the walls are smooth and frictionless or very rough. In circulating beds, typical
behaviour displays the segregation of particles towards the wall where they descend back
down towards the base of the reactor. It is difficult to specify a generic condition for wall
roughness based on specific wall materials as continual usage would affect the condition
of the material over time. Since the condition of the walls in the experimental reactor
were not given a preliminary two-dimensional model was carried out to determine a

value for the specularity coefficient which agrees well with the experimental results.
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The previous model carried out in the literature [2] assumed free slip at the walls and
they found that the velocity of particles travelling down the wall was overpredicted.
Time-averaged measurements of the local axial velocities were taken at 32 points across
the riser at intervals of 0.001 m over a period of 3.0 s once complete circulation had
begun. Five specularity coefficients,i.e., 0, 0.25, 0.5, 0.75 and 1.0, were set to account
for the different slip boundary conditions for the solids tangential velocity against the

wall, where a ¢ = 0 is represents a smooth wall and ¢ = 1 represents a very rough wall.

The time-averaged results for an inlet velocity, V=0.71 m/s, and particle diameter,
d, =60 pm, across the height 0.16 m are shown in Fig. 4.13. A positive velocity indicates
the particles travelling up the riser whereas a negative velocity indicates the particles
are descending. A specularity coefficient of 0, representing free slip at the wall, shows
an overprediction of the particle velocities travelling down the wall which concurs with
the results given in the literature [2]. Increasing the specularity coefficient reduces
the slip at the wall leading to a reduction in the downflow velocity of the particles.
In all cases, the velocity within the core of the riser are overpredicted as was also
observed previously in the literature [2]. The specularity coefficient around 0.25 displays
a reasonable reproduction of the experimental data for all the models carried out and

for this reason is chosen to be the specularity coefficient for subsequent simulations.
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FIGURE 4.13: Specularity coefficient effects on particle velocity predictions across the
height 0.16 m for d,, =60 ym and V = 0.71 m/s.

4.2.3 Core-annulus distribution

The two-dimensional particle velocities from three heights in the riser, taken at 14.0 s
with an inlet velocity of 1.42 m/s and the Gidaspow drag model, are shown in Fig. 4.14.

The results compare well to the experimental results extracted from literature [2]. It
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FIGURE 4.14: Experimental and simulated particle velocities at heights 0.16 m, 0.32
m and 0.48 m for d, =60 pm and V = 1.42 m/s.

is worth mentioning that the experimental data were taken from half the diameter and
replicated symmetrically to give the symmetrical results shown. However the velocities
obtained during the experiment were averaged over 1000 accepted samples at each of
the measuring points, hence is it suitable to assume a symmetrical distribution would be
observed over such an extensive sampling period. The simulated results which were given
previously in Fig. 4.13 were time-averaged for a period of 3.0 s and the results obtained
appeared quite symmetrical. However, the simulated particle velocities displayed in
Fig. 4.14 are instantaneous at 14.0 s to display the asymmetry within the core of the riser
at this particular instance. There could be a couple of reasons for the skewed distribution
within the riser. Firstly, the position of the secondary air inlet could influence the

direction of the flow due to recirculated air and particles entering from a side angle
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causing the flow to become slightly asymmetric. However this is unlikely to influence
the flow greatly as the secondary inlet velocity is only 0.05 m/s compared to a fast inlet
velocity of 1.42 m/s. Furthermore, if the secondary inlet were to strongly influence the
core flow distribution then the lower height would display a significant skewness which
is not obvious in Fig. 4.14. Furthermore, if such skewness from the secondary inlet were
to affect the flow it would favour towards one direction which would also be observed
in time-averaged results. This was not the case for the time-averaged results given
previously in Fig. 4.13 which displays quite a symmetrical distribution at the lowest

height for an inlet velocity of 0.71 m/s.

A second factor which would influence the distribution of the core flow is the inlet
velocity. Increasing the inlet velocity leads to an increase in the Reynolds number, Re.
For the flow of air through the riser with a diameter of 0.032m and inlet velocity 1.42
m/s the Reynolds numbers would be approximately Re = 3110. A flow with Re < 2300
is generally considered to be laminar where viscous effects dominate the flow and a flow
with Re > 4000 is regarded as turbulent and displays an unpredictable flow distribution
dominated by the inertial effects of the flow. The range between these categories is
referred to as a transitional flow and can display both laminar and turbulent behaviours;
for example, a turbulent behaviour can be seen within the core of a pipe whilst laminar
flow can be observed near the walls. A transitional flow structure would affect the
particle distribution as particles are carried along with the flow. Faster particle velocities
would be observed in the core where the gas flow is fastest, confirming the results seen
in Fig. 4.14, whilst displaying some asymmetric behaviour due to turbulent effects.
Furthermore, slower gas velocities would be observed near the walls hence reducing
the flows ability to entrain particles leading to the segregation and accumulation of
particles near the walls which would descend back down to the base of the reactor, again

confirming the results in Fig. 4.14.

The velocity of the particles within the central core is slightly overpredicted compared to
the experimental results, however the wall effects show reasonable predictions which are
better than those in the literature [2]. Improved wall behaviour is established through
the variation of the specularity coefficient accounting for wall roughness, as discussed
previously in Section 4.2.2. The increase in the core velocity, however, could be due to
the narrowing of the core diameter which is seen at all three heights in Fig. 4.14. When
the cross-sectional area available for the upward travelling gas and particle flow to pass
through is reduced, the velocity of the flow needs to accommodate for this reduction in

area by increasing its velocity.

4.2.4 Particle segregation

To determine the accumulation of particles at the different heights of the riser the particle

volume fractions are given across the three heights in Fig. 4.15. As expected, the volume
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fraction of the particles at the walls is higher than in the core of the riser. Furthermore,
there is an increase in the volume fraction of particles with descending height. This
is due to the continual accumulation of particles both travelling down the walls from
higher heights but also segregated particles from the core. Within the centre of the riser
the volume fraction is very dilute with a particle volume fraction lower than 0.05. At
this particular instance, 14.0 s, the particle volume fraction is slightly higher in the core
at the higher heights as the dispersed particles are carried with the flow and there is a
denser entrainment around the vicinity of 0.32 m. The volume fraction at the highest
height, 0.48 m is lower than at 0.32 m which could be due to particle segregation back
towards to wall before this height is reached. However it would be more beneficial to

analyse these results over a period of time to obtain a general trend. Unfortunately, this
was not carried out for this investigation.
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FIGURE 4.15: Radial profiles of particle volume fraction at heights of 0.16 m, 0.32 m
and 0.48 m for d, =60 pm and V = 1.42 m/s.

4.2.5 Three-dimensional circulating fluidised bed

The 3D models were run for 10.0 s to allow for complete circulation using both the
Gidaspow and the energy minimisation multiscale (EMMS) drag models. Since the 3D
mesh, as discussed in detail in Section 4.2.1, is significantly coarser than the 2D mesh,
the accuracy of the Gidaspow model has been greatly reduced. This was highlighted
previously by the results in Section 4.1.6. However, the EMMS model, which was intro-
duced in Section 2.2, is a subgrid-scale model which works effectively on coarser grids
in order to capture the multiple scales observed in CFBs. As with the two-dimensional

model, the particle diameter d, was set to 60 ym and the models were tested with inlet
velocities of V.= 0.71 m/s and V = 1.42 m/s.
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Figure 4.16 shows contour plots of the particle velocities and volume fraction for the
two drag models across the reactor at three heights 0.16 m, 0.32 m and 0.48 m for the
velocities 0.71 m/s and 1.42 m/s. Asymmetry is observed more with the faster velocities
particularly for the Gidaspow drag model due to the transitional effects influencing the
flow structure and particle distribution. The asymmetric velocities for the Gidaspow
drag model are more apparent in the 3D results compared to the 2D results as three-
dimensional modelling has a better spatial advantage allowing the flow to travel in any

direction compared to the two-dimensional models.

The flow starts to centralise with height, as expected. The over estimation of the Gi-
daspow model would be due to the models inability to capture the clustering effects of
the particles correctly but also due to the lack of accuracy by the 3D coarse mesh. The
downflow radial velocity of particles against the wall shows the majority of particles are
falling at the wall down to -0.532 m/s; whilst the downflow radial velocity of particles
for the EMMS model shows a lower velocity of around -0.32 m/s which agrees with the
experimental results, as it is more adapt at modelling the particle clusters that form

near the wall regions.

The volume fraction distributions in Fig. 4.16 for all cases show the accumulation of
particles towards the walls. The lower velocities display an even distribution of particles
around the walls of the riser and a lower distribution within the central region where the
velocity is fastest. At lower heights the volume fraction of particles against the walls are
slightly increased due to the continual collection of descending particles. The Gidaspow
drag model at the 1.42 m/s shows a larger cluster of particles situated towards a single
area of the wall where the velocity is lower. The EMMS shows a more dilute distribution
in particularly for faster velocity due to the majority of particle clusters being present

at the base of the riser.

Further comparisons of the radial velocity for the fast EMMS model are shown in
Fig. 4.17. A 45°-225° line (Fig. 4.17 (a)) was created through the riser at the heights
0.16 m, 0.32 m and 0.48 m. The radial velocities for the V.= 1.42 m/s are taken across
the three heights, at 10.0 s, and compared with experimental data from literature [2].
The 3D models show that the EMMS has slight asymmetry due to the transient flow
structure however, the magnitude agrees with the experimental results. Contour plots
of the radial velocities are also shown to show the asymmetric flow distribution. The
downflow at the wall is slightly under predicted however they are much improved over
2D models in literature [2]. Indicating that increasing the specularity coefficient slightly
would improve the downflow radial velocity. A value between 0-0.25 should be applied

to obtain closer results.

Table 4.3 provides the computational times for the 2D and 3D simulations run over 6
processors for the simulations using the two drag models to reach complete circulation,

i.,e. 10.0 s. The EMMS model takes slightly longer to run compared to the Gidaspow
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F1GURE 4.16: Comparison of the 3D radial velocities and volume fraction of particles
across the heights 0.16 m, 0.32 m and 0.48 m for d, =60 um and velocities V = 0.71
m/s and V = 1.42 m/s.

model for both the 2D and 3D simulations. However, should a coarser grid be used this
would reduce significantly. Although the grid for the 3D case was coarser than the 2D
case the 3D models still took a much longer period to reach complete circulation due to

the increase in computational cells.

Although it is computationally exhaustive to repeat three-dimensional models for the
benefit of determining grid independency it would be highly beneficial to carry out
on three-dimensional test instead of relying on the grid independency results of two-
dimensional modelling. Furthermore, a full grid dependency for the EMMS-based model
on coarser grids would also be beneficial to capture the meso-scale structures, namely
clusters and streamers of particles, since these meso-scale structures can be found up
to 100 particle diameters-much larger than the cell sizes used for standard drag models
[18, 147, 148].
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FIGURE 4.17: a) Cross-section of the 3D reactor showing the radial measurement
locations and the 3D radial particle velocities for the EMMS model with, V= 1.42 m/s,
across the different heights: b) 0.16m, ¢) 0.32m, and d) 0.48m.

TABLE 4.3: Comparison of the computational times of the two drag models for 2D and
3D simulations.

Time taken (hrs)
Drag model | Two-dimensional | Three-dimensional
Gidaspow ~ 144 ~ 528
EMMS ~ 192 ~ 720

To reduce the computational time for 2D and 3D simulations further an increase in the

number of processors used for calculations could be a sensible and viable solution for

future studies.

4.3 Conclusions

Two-dimensional and three-dimensional simulations were carried out on a circulating

fluidised bed taken from literature [2].

Initially a parametric study in a riser under

a bubbling regime was carried out including drag model comparisons, coefficients of
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restitution, inlet velocity variation and particle diameter. Furthermore the transition
from a bubbling bed regime to a fast fluidising regime was considered for a variety
of inlet velocities. Results were as expected with the transition from bubbling to fast
fluidising regimes occurring after the inlet velocity exceeds the terminal velocity. Within
the bubbling regime, bubble size increased with height and also as the inlet velocity
and particle diameter increased. The lower the velocity, the larger the collection of
particles settling back to the base of the riser. The results of the variation in coefficient
of restitution showed that the particles with the larger coefficient of restitution, 0.98,
displayed reduced particle agglomeration at the base of the bed. Probably since a higher
coefficient of restitution conserves more energy during the collisions of particles resulting
in an active movement of particles. The volume fraction of particles against the wall was
higher than the core in both bubbling and fast fluidising regime showing the segregation

of particles towards the wall from the fast flowing core.

The complete CFB geometry was simulated for a fast fluidising regime using two drag
models, the Gidaspow and the energy minimisation multiscale (EMMS) model. The
EMMS model correctly predicted the particle clusters which the Gidaspow model was
unable to take into account. Furthermore, a line taken across the 3D EMMS models
showed the magnitude of the results agreed fairly well with the experimental results taken
from literature [2]. The 3D Gidaspow results did not show the core-annulus structure
and over estimated the velocity due to the incorrect modelling of cluster formation.
Improvements were made on the EMMS velocity of the particle downflow at the walls
as the shear on the wall was slightly increased compared to previous results in literature
which imposed a free slip condition. Further exploration was extended to the volume
fraction distribution of particles at three heights within the riser. The results of the
volume fraction distribution showed an increase in the volume fraction at the walls due
to the segregation of particles from the core towards the walls which further increased
down the bed as the particles descend and accumulate. The 3D results agreed that
higher volume fractions of particles are found at the walls, as seen experimentally and
in the 2D models. Increasing the airflow to a transitional turbulent state along with the
presence of the secondary inlet affects the flow of particles within the bed to produce an

irregular flow lower down the riser becoming more symmetrical with height.






Chapter 5

Heat Transfer

This chapter focuses on the heat transfer in bubbling fluidised beds from different heat
sources. The first section analyses the CFD results from a heated wall model which
considers the effects of different parameters like gas velocity, particle diameters and sus-
tained residence times. The results from this section were published in the International
Journal of Heat and Mass Transfer [12]. The second section looks at the influence im-
mersed tubes has on the flow dynamics, heat transfer and temperature within the bed.
The results from this section were published in the International Journal of Multiphase

Flow [13]. Finally, conclusions are made based on the results observed from this chapter.

5.1 Wall-to-Bed heat transfer

The wall-to-bed heat transfer model is based on an experimental investigation by Patil
et al. [97]. The purpose of their experiment was to provide extensive, reliable data for
validation of their CFD model. The present work continues from their computational
work utilising their experimental set up to highlight the effects of model variation, ex-

tended residence times and the near-wall dynamics in both dense and dilute conditions.

A two-dimensional wall-to-bed heat transfer fluidised bed with the dimensions 0.2925
m x 1.0 m is modelled. The right wall is heated with a constant temperature of 333 K
whilst the remaining bed is initialised with a temperature of 288 K. A pulsating jet is
positioned next to the wall which introduces air with varying velocities of 5.0 m/s and
10.0 m/s whilst the remaining inlet continually supplies air with a velocity set at the
minimum fluidising velocity hence creating bubbles along the heated wall. The jet is
continuously flowing with a pulse length of 0.25 s and the pulse interval of 0.25 s where
the pulse interval would be set to a velocity of 0 m/s. The bed is filled to a height
of 0.35m with glass bead particles with either 280 pum or 480 pm diameters. Finally,
sensors were positioned up the wall to measure the heat flux at the following heights
above the inlet: 0.026 m, 0.092 m, 0.175 m and 0.259 m.

67
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TABLE 5.1: Table of Parameters: Bubbling fluidised bed with wall-to-bed heat transfer.

Gas Units
Ug Velocity 5, 10 m/s
Py Density 1.225 kg/m3
g Shear viscosity 1.79x107° kg/m s
Cp.g Specific heat 994 J/kg K
Ag Thermal conductivity 0.0257 W/m K
Particles Case | Case 11 Units
d, Particle diameter 280 460 pm
Pp Particle density 2600 2660 kg/m3
Cp.p Specific heat 737 737 J/kg K
Ap Thermal conductivity 1.0 1.0 W/m K
e Particle coef. of restitution 0.9, 0.95, 0.99

ew Wall coef. of restitution 0.9

%) Specularity coefficient 0.25

5.1.1 Mesh generation

A 2D mesh containing 11457 quadrilateral cells was created which contained a uniform
0.01 m grid in the vertical direction and a non-uniform horizontal grid with a minimum
size of 5x107° m normal to the heated wall to a maximum size of 0.005 m. Figure 5.1
displays the geometry and mesh used for the simulation. The parameters used in the

model are given in Table 5.1.
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FIGURE 5.1: a) Geometric setup for the bubbling fluidised bed with wall-to-bed heat
transfer, b) Close up of the near wall grid at the entrance of the jet inlet.
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5.1.2 Drag model comparisons

Figure 5.2 shows the volume fraction contour plots using two different drag models, the
Gidaspow (Appendix A.3) and the Syamlal-O’Brien (Appendix A.4) drag models, at the
time intervals 0.1 s, 0.3 s, 0.5 s and 0.8 s. For this specific simulation, the pulsating fast
inlet velocity was set to 5.0 m/s for a period of 0.25 s, stopped (0 m/s) for a further 0.25
s then this cycle was repeated. The particle coefficient of restitution for this simulation

was set to 0.95.
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FiGURE 5.2: Contour plots of the instantaneous particle volume fractions at 0.1 s, 0.3
s, 0.5 s and 0.8 s for the Gidaspow and Syamlal-O’Brien drag models.

The transition of the bubble up the wall displays similar features with both drag models.
At 0.1 s, a bubble has formed above the inlet due to the fast inlet supplying air at a rate
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of 5.0 m/s. At 0.3 s, the bubble continues to rise towards the top of the bed along the
wall, however the air supply from the fast inlet stopped 0.05 s prior to this which leads
to the circulation of particles under the bubble to occupy the voidage below. At 0.5 s,
the bubble is situated at the top of the bed and begins to burst which releases particles
into the freeboard of the reactor. The bubble also appears to elongated and circle back
round towards the walls under the bubble. This indicates the particles in the bed are
moving in a circular motion, influencing and distorting the bubble back towards the
wall. This is seen more clearly in Fig. 5.3 which displays the particle velocity vectors on
top of, Fig. 5.3 (a) the particle volume fraction and b) the particle velocity distribution.
The circulating behaviour of the particles can clearly be seen and the faster velocities
are observed directly below the bubble, pushing particles up and causing distortion of
the bubble. The particle velocity distribution in Fig. 5.3 (b) also shows the motion of
particles above what appears to be the peak of the bed height in Fig. 5.3 (a). This is
due to the expulsion of particles that are released as the bubble erupts from the bed.
These particles then fall back to the bed as can be seen in Fig. 5.3 (a).
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FIGURE 5.3: Velocity vectors on contours plots at 0.5 s showing the a) particle volume

fractions with particle velocity vectors, b) particle velocity distribution (m/s) with

particle velocity vectors and ¢) gas velocity distribution (m/s) with gas velocity vectors
for the Syamlal-O’Brien drag model.

The gas velocity distribution and gas velocity vectors can be seen in Fig. 5.3 (¢). As
expected the faster gas velocities are observed near the heated wall. The fast air inlet
was switched on at 0.5s but it is still too early for the build up of a bubble directly above
the inlet. However, the gas velocity distribution shows a very fast velocity in this region
which would be due to an immediate inflow of air at 5.0 m/s following a period of 0.25 s
of no flow in this region. Furthermore, the circulatory behaviour of the particles would

also influence the gases due to drag hence encouraging the gases in this area to travel
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up following the motion of the bed. It is also interesting to see the transition of the
gas moving faster through the bubble. This is because the gas would travel the easiest
route through the bed, namely that containing the least obstruction due to particles,

therefore bubbles provide a faster channel for the air to rise.

After 0.8 s in Fig. 5.2, both drag models capture the presence of a bubble near the
top of the bed with the presence of a further smaller bubble. This is created by the
recirculation of the particles in the bed. Although the fast inlet is not supplying air at
that time, there is still the presence of an air bubble at the base of the wall which is a
result of bubble partitioning due to the force of the circulating particles back towards
the wall.

Figure 5.4 displays the heat transfer coefficient and the volume fraction of particles along
the wall at the time intervals 0.1 s, 0.3 s, 0.5 s and 0.8 s. It can be clearly seen that regions
of high particle volume fraction transfer heat more effectively compared to regions of
low particle volume fraction. The very low heat transfer coefficients found above the
bed, above approximately 0.5 m, confirms that air acts as a strong resistance against
heat transfer. Although the gas-solid flow dynamics shown in Fig. 5.2 display a similar
resemblance between the two drag models, the detailed volume fraction distributions
along the wall reveal significant differences. The Syamlal-O’Brien model displays a
strong fluctuating behaviour along the wall capturing both dense and dilute regions in
close proximity of the wall. Correspondingly, the heat transfer coefficients predicted by
the Syamlal-O’Brien model show much larger variations along the walls than those by

the Gidaspow model.

The heat transfer coefficients taken at 0.092 m for both drag models are compared with
the experimental data taken from the study of Fig. 5.5. The results in the early stages,
before 0.1 s, show a dramatic decrease in the heat transfer coefficient for the simulation
which is due to different initial states between the simulation and the experiment. In
the simulations, the bed is initially set to room temperature, which is not the case in
the experimental setup as the local area heats up whilst the heated wall reaches the
required temperature. The subsequent results show the results from 0.1 s to bypass this

phenomenon.

Both drag models detect the passage of the bubble against the sensor and the collection of
particles against the wall in the wake. The highest heat transfer coefficients occur when
the particles circulate back in the wake of the bubble after the air supply has stopped.
However, in the high particle concentration regions the heat transfer coefficients are

over-predicted by both models and was also seen in previous studies [97].

The Gidaspow model was employed previously [97] and a smaller bubble was detected
as a result of partitioning of the initial bubble due to particle circulation. This is present
for both drag models in Fig. 5.5, seen as small peaks between dilute phases, however

the Syamlal-O’Brien model is less pronounced. The sudden increase in heat transfer
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FIGURE 5.4: Local volume fractions and heat transfer coefficients along the wall at 0.1

s, 0.3 s, 0.5 s and 0.8 s for the Gidaspow and Syamlal-O’Brien drag models.
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FiGURE 5.5: Comparison of the local heat transfer coefficient for the Gidaspow and
Syamlal-O’Brien drag models with experimental data at 0.092 m with d, = 280 pum
and pulsating jet = 5.0 m/s.

coefficient for the Gidaspow model before 0.7 s is where a collection of particles circulate
towards the wall. This small collection of particles is pushed by the remaining bubble
underneath resulting in the decrease in heat transfer coefficient between 0.75-0.9 s as the
secondary bubble passes the sensor. The Syamlal-O’Brien model is delayed highlighting
the influence that varying drag models has on flow dynamics. The variation between
the drag models could suggest the presence of a thin layer of particles that are clustered
near the wall. This would also explain the fluctuations of volume fraction and hence

heat transfer coefficient in Fig. 5.4 as a result of varied particle clustering.

The temperature of the particulate and gas phases at 0.8 s within a 5 particle diameter
distance from the wall at two heights of 0.092 m and 0.259 m are given in Fig. 5.6 and
Fig. 5.7, respectively. The particle volume fractions near the wall are also shown. At 0.8
s, the 0.092 m sensor is situated within a bubble whereas at 0.259 m the area contains
a dense particle region in the wake of the larger bubble at the top of the bed (as seen
previously in Fig. 5.2).

Within the bubble at 0.092 m in Fig. 5.6, the Syamlal-O’Brien model shows a higher
volume fraction at the wall than the Gidaspow model. The Syamlal-O’Brien model also
shows a dramatic decrease to the dilute bubble region whereas the Gidaspow model
shows a gradual decrease. This suggests there are a tight clustering of particles about
2 particle diameters against the wall whilst the Gidaspow model shows the presence of

particles which are not as compact but over a larger distance from the wall.

Within the wake at 0.259 m in Fig. 5.7, the volume fraction of the solids differs signifi-
cantly to that observed in the bubble. The fluctuation observed by both models within
a distance of approximately 2 particle diameters indicates the compaction of particles
in the dense phase against the wall. The Gidaspow model shows the volume fraction

leveling off to approximately 0.63 whilst the Syamlal-O’Brien model decreases. This can
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be explained in Fig. 5.2 where the elongation of the lower bubble in the bed extends
slightly further up the wall and closer to the sensor for the Syamlal-O’Brien model,

hence slightly reducing the volume fraction locally.
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FIGURE 5.6: The near wall simulated

gas and solid temperature and particle

volume fraction within the bubble at

0.092 m with velocity = 5.0 m/s and
time = 0.8 s.
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FIGURE 5.7: The near wall simulated

gas and solid temperature and particle

volume fraction within the dense bed

at 0.259 m with velocity = 5.0 m/s and
time = 0.8 s.

In both Fig. 5.6 and Fig. 5.7 the temperatures of both phases continue to show the
heat transfer takes place within 1-2 particle diameters however, the Syamlal-O’Brien
model shows a slightly increase temperature which could be due to the slight increase
in local particle volume fraction indicating a slightly lower porosity. The solid and gas
temperatures for both models are similar within the dilute and dense regions, however
the dilute region shows a higher temperature at a further distance for the Gidaspow
model compared in the dense region. This could be due to a dilute region allowing
for the movement of particles thus carrying heat further. Furthermore, this would also
explain the increased volume fraction of particles observed for the Gidaspow model at a
further distance from the wall. The temperatures of the gas and solid phases agree well
with the results obtained previously [97] with the heat transfer resistance taking place

within the first two particle diameters.

The simulations were carried out for three coefficients of restitutions 0.9, 0.95 and 0.99
for the Gidaspow model with inlet velocity of 5.0 m/s and particle diameter 280 pm.
However, varying the coefficient of restitution did not appear to affect the local heat
transfer coefficient probably because the wall conditions and frictional effects have a
strong effect in the region nearest the wall where particle-particle collisions are less

influential.

5.1.3 Velocity variation

Increasing the fast inlet velocity to 10.0 m/s gave the results displayed in Fig. 5.8. Both
drag models show a good general agreement with the experimental data. There is a slight

over-estimation in the heat transfer coefficient at the beginning but the discrepancies
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FIGURE 5.8: Comparison of the Syamlal O’Brien and Gidaspow drag models with
experimental data with an increased inlet velocity of 10.0 m/s and particle diameter
280 pm.

between model predictions and experimental data decrease with time, partly because

the peaks of the experimental data increases with time.

Whilst the heat transfer coefficients for both models descend together to show the pres-
ence of a new bubble, a difference is observed once the bubble fully passes the sensors
and the particles circulate back towards the walls. The period of bubble contact with
the sensor differs with each bubble passage, with a larger bubble being observed between
0.5 s and 0.8 s for both models. The formation of the small peak around 0.65 s for the
Gidaspow drag model occurs before the Syamlal-O’Brien model again highlighting the
different influences the drag models have on the flow dynamics. The local heat transfer
coefficient at the small peaks however reduces which would indicate that the simulation

times should be extended to allow for the flow to develop fully.

5.1.4 Diameters

The results of increasing the particle diameter and density to 460 ym and 2660 kg/m?,
respectively, are displayed in Fig. 5.9. The simulated heat transfer coefficients agree
very well with the experimental data as found previously [97]. The decrease in heat
transfer coefficient at a higher diameter is due to the increase in porosity which is taken
into account using the porosity model. The larger air spacing between particles would
cause the transfer of heat to be deferred slightly as air resists heat transfer more than

particles.

The transition of the bubbles for both drag models is slightly ahead of the experimental
results. Suggesting that particles the circulate back towards the wall in the wake of the
bubble sooner then observed experimentally. However the regions of lower heat transfer

coefficient, indicating the presence of a bubble, would suggest the bubbles observed in
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the simulations are of similar diameter to those observed in the experiment. This delay
in the experimental data compared to the simulated results was also observed by Patil
et al. [97].

The heat transfer coefficient within the bubbles are low as soon as the bubbles are
formed, however, the value increases as the bubble ascends. This would suggest that
particles within the bubble segregate towards the walls as the bubble rises, increasing

the particle volume fraction thus allowing for an increase in heat transfer.
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FiGURE 5.9: Comparison of the Syamlal O’Brien and Gidaspow drag models with
experimental data with an increased particle diameter 460 pm and inlet velocity 10.0
m/s.

5.1.5 Periodic behaviour

The Syamlal-O’Brien model simulation with particle diameter, density and coefficient
of restitution of 280 pm, 2600 kg/m? and 0.95, respectively, was continued for a further
6.0 s to observe any periodic effects and the results are displayed in Fig. 5.10.

The results clearly show the heat transfer coefficient periodically peaks soon after the
fast inlet has stopped supplying air causing the particles to circulate back to the wall
to fill the voidage. The presence of the smaller bubble against the wall is to be seen
prior to the seizing of fast inlet air supply. This was also observed previously using the
KTGF model [97] due to bubble partitioning. The additional peak is less pronounced at
the beginning of the flow but builds up to what appears to be a heat transfer coefficient
of approximately 350 W/m?K. This would suggest that the initial 0.0-2.0 s allow the
flow to regulate and become fully developed before the achievement of any periodic
observations, therefore previous results obtained [97] were not allowed to run long enough

for periodicity to be achieved.
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Figure 5.10 also displays a variation in the local heat transfer coefficient. The lower
values seen during the passing of the bubble show very strong periodicity with heat
transfer coefficients as low as 30-100 W/m?K which agrees well with the experimental
data from an earlier stage (Fig. 5.5). Furthermore, the peak heat transfer coefficients
appear to decrease slightly possibly due to the flow regulation, suggesting that for a more
complete analysis to be made longer simulations and experiments would be required.
However, it is worth highlighting that although similar patterns in the flow are observed

over time, there are still irregular flow distributions due to the unsteady nature of a
bubbling bed.
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F1GURE 5.10: The Syamlal O’Brien drag model over an extended period of 8.0 s with
particle diameter 280 pm and inlet velocity 5.0 m/s.

5.2 Immersed tube heat transfer

A two-dimensional numerical model was set up based on a model from Schmidt and
Renz [3]. Three gas fluidised bed reactors were modelled with one, two and three heated
immersed tubes as displayed in Fig. 5.11. Glass beads were used with a uniform diameter
of 500 pm and density 2660 kg/m?3 whereas the fluidising gas was air with a density of
1.225 kg/m? and viscosity of 1.79x107® kg/m s. The full material properties are given
in Table 5.2. Two air velocities were introduced into the reactor, a fast air inlet within
the centre of the reactor base to produce air bubbles and a slow velocity introduced
through the remaining base of the reactor. The fast air inlet was set to a velocity of
5 m/s whilst the slow inlet was set to the minimum fluidising velocity, 0.25 m/s. The
immersed tubes were set to a constant wall temperature of 373 K whilst the remaining

reactor walls were assumed adiabatic and the initial bed temperature was set to 293 K.



78 Chapter 5 Heat Transfer

5.2.1 Mesh generation

For the single immersed tube model a 2D mesh containing 30704 quadrilateral cells
was created which contained a uniform 0.0025 m grid in the vertical direction and a
horizontal grid of size 0.0025 m. Due to the near-wall interest in the vicinity of the tubes,
a boundary layer was set with a minimum size of 6.25x10™® m normal to the heated
tube. This minimum cell size represents the initial distance that the results start being
extracted. Further distances are considered with distances from the tube increasing with
a factor of approximately 1.22. Similarly, the mesh with two immersed tubes contained
32770 quadrilateral cells and the mesh with three immersed tubes contained 34922 cells.
Figure 5.11 (a) displays the geometry used for the three models, Fig. 5.11 (b) shows the
direction and angular positions from where the data was taken and Fig. 5.11 (c) shows
the different distances from the tubes that data was extracted. The parameters used in

all models are given in Table 5.2.
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FIGURE 5.11: a) Schematic diagram of the numerical set up, b) the direction and
angular positions from where the data was taken and c¢) the distances from the tube at
which data was taken.

5.2.2 Flow distribution

The contour plots of the particle volume fractions within the three reactors are displayed
for the first 1.0 s in Fig. 5.12 using the Gidaspow drag model. The 1-tube simulation
results agree really well with the simulated and experimental results provided in the
literature [3]. In the early stages of the single immersed tube model a collection of air
forms below the tube. A large air bubble develops at the inlet and ascends through the

bed with time whilst the small air voidage under the tube continues to build up and
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TABLE 5.2: Table of Parameters: Bubbling fluidised bed with tube-to-bed heat trans-

fer.
Gas Units
Vg Fast inlet velocity 5 m/s
U f Slow inlet velocity 0.25 m/s
Py Density 1.225 kg/m3
g Shear viscosity 1.79x107°  kg/m s
Cpg Specific heat 994 J/kg K
Ag Thermal conductivity 0.0257  W/mK
Particles
d, Particle diameter 500 pm
Pp Particle density 2660 kg/m3
Cpp Specific heat 737 J/kg K
Ap Thermal conductivity 1.0 W/m K
e Particle coef. of restitution 0.95
ew Wall coef. of restitution 0.9
% Specularity coefficient 0.25

blanket round the tube. At 0.3 s, the bubble that built up around the tube comes away
to continue up through the bed whilst the larger bubble from the inlet reaches the tube
and begins to encase it. Similar trends are seen in the early stages of the 2-tube and
3-tube simulations however, with each addition of a tube there is a delay of the dynamic
processes observed. This is due to a longer period of time required for the build up of
gas below each additional tube before becoming sufficient enough to encase the tube,

separate and continue up the bed.

As expected, the presence of large bubbles within the bed causes a higher bed height
expansion which is seen in Fig. 5.12 at 0.3-0.5 s for the 1-tube simulation. Furthermore,
Fig. 5.12 suggests that a reactor with a tube position directly above the fast air inlet
leads to smaller bubble sizes. This is particularly seen in the 3-tube simulation as the
centre tube partitions the bubbles but the additional two tubes breaks up the bubbles
further. This presence of the tubes prevents the coalescence of large bubbles resulting in
a low bed height expansion. To investigate this further the approximate bed expansions
were determined for the three reactors at each time interval and are shown in Fig. 5.13.
The bed height peaks in the early stages of the simulation whilst the bed dynamics
establishes a regular motion. Once regularity is achieved the bubbles continue to form

with similar sizes resulting in very little variation in bed height.

The 2-tube simulation behaves differently compared to the 1-tube and 3-tube simula-
tions. The bed expansion peaks a number of times around 0.7 s, 1.0 s and 1.4 s. This
is seen in Fig. 5.14 which displays the volume fraction contour plots of the 2-tube sim-
ulations over a longer period. A voidage region lies in the mid-region below the two
tubes. As this region expands and the bubbles enlarge they come into contact with the

tubes on the outer faces nearer the walls of the reactor and the gas follows this route
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FIGURE 5.12: Contour plots of the particle volume fractions over the initial 1.0 s using
the Gidaspow drag model.

through the bed. As the bubbles continue to expand and rise they form larger bubbles
than those seen in the 1-tube and 3-tube simulations which results in an increase in bed
height.

The release of a bubble from around each tube appears to alternate between the left
and right tube. This is due to the flow dynamics, as a large bubble on the left is formed
the particles in the bed are forced towards the opposite side of the bed suppressing
and delaying the bubble formation on the right. This alternating bubble development
is a clear indication that the previous model carried by Schmidt and Renz [3], who
applied symmetry by using half the bed for simplicity, was not a viable approach. The

asymmetry of the bubble locations in the bed can be seen as early as 1.0 s for all three
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FIGURE 5.13: The approximate bed expansion for all three reactors with increasing

time using the Gidaspow drag model.

cases in Fig. 5.12 thus further confirming the previous assumption by Schmidt and Renz

[3] that a symmetrical model would not capture the full flow characteristics.
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FIGURE 5.14: Contour plots of the particle volume fractions for the 2-tube simulation

over the 1.1-3.0 s period using the Gidaspow drag model.
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5.2.3 Local heat transfer coefficients

The local heat transfer coefficients were taken close to the tube, 6.25x107° m away, for
the 1-tube simulation at 0.3 s. At this particular instance, seen previously in Fig. 5.12,
air bubbles are separating from the top of the tube whilst a larger bubble from the
inlet starts to blanket it. As in the previous study [3], where their results were also
taken at an instance of similar flow behaviour, the predicted results around the first
180° in Fig. 5.15 (a) use the molecular thermal conductivity model only. All the drag
models provide similar trends but different magnitudes near the tube surfaces. At 0.3
s, the contour plot in Fig. 5.12 indicates a collection of particles above the tube leading
to an increase in heat transfer since particles are better conductors than air. This is
further displayed in a plot of the volume fraction around the tube in Fig. 5.15 (b).
As seen previously there is always a region of high volume fraction in contact with
the tube so the bubbles do not encase the tube completely [3]. There is a difference
observed between the simulated results and the predicted results from Schmidt and
Renz [3], particularly between the particle volume fractions. This is because both sets
of predictions are given instantaneously and not time-averaged so the variation in the
case set up, more specifically the modelling of the complete bed as opposed to the
previous symmetrical model, leads to significant differences at specific local times. The
low heat transfer coefficients observed from approximately 30° occur due to the large

air voidage blanketing the tube.

Time averaged particle volume fraction results were taken over a period of 1.0 s and
reported in Fig. 5.16. The results are compared with the experimental results from
Di Natale et al. [4], who carried out void fraction profiles around a single tube using
500 pm glass beads. However, their model was carried out using gas velocities ranging
from 0.15-0.45 m/s which are significantly lower than that used in this case. A similar
trend can be seen between the simulation and experimental results although differences
are also clearly observed. The values at the lowest and highest point on the tube agree
reasonably well with the experimental results. The particle volume fraction around
the side of the tube however appears to be significantly lower. This would be due the
significantly higher fast inlet velocity of 5.0 m/s used compared to 0.45 m/s used to
obtain the experimental results. The increased velocity could result in the removal of
particles around the side of the tube within the vicinity of the tube as the air passes along
the tube walls faster. Since the highest point of the tube is seen to have a large collection
of particles in contact with the tube this would explain the high particle volume fraction
seen both in the simulation and the experiment. This region appears to form later in the
simulation due to the increased air velocity continuing around the tube and releasing up
in the bed later.

Figure 5.17 shows the full 360° results for one tube for the molecular thermal conductiv-

ity model only. It can be seen that as early as 0.3 s the flow displays a non-symmetrical
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distribution. The complete effective thermal conductivity, Eqn. 3.47, was also applied
for the three drag models and the results are displayed in Fig. 5.18. The results show
a dramatic increase in the local heat transfer coefficients due to the strong influence
the granular temperature has on the thermal conductivities. The peaks of the heat
transfer coefficients do not appear to occur at similar angular positions compared to
the molecular contributions only. Stronger heat transfer fluctuations occur in regions
which were previously seen to be dilute in 5.15. This is because in dilute regions parti-
cles are allowed to travel more freely gaining faster velocities than in dense areas where
increased particle presence inhibits the motion of the particles. The granular tempera-
ture, O, which is utilised in the kinetic contribution, Eqn. 3.50, of the effective thermal
conductivity, Eqn. 3.47, is taken to be one-third the mean square-velocity of the parti-
cles, ©5, = 1/3 < 2 > | therefore the faster the velocity of the particles the stronger
the granular temperature contribution to the effective thermal conductivity. This over-
estimation of the heat transfer coefficient due to the inclusion of the particle kinetic

conductivity was also observed previously [97].

Whilst Natarajan and Hunt [98] soundly suggested the effective thermal conductivity
would be influenced by the particle kinetic conductivity as well as its molecular contri-
bution, further research needs to carried out to determine a more effective model. It
would be interesting to see how the kinetic contribution model differs should the effects
of particle rotation be considered in the determination of the granular temperature. Re-
alistically, experimental particles would have a slight roughness causing them to bounce
off after collisions in both a translational and rotational manner, therefore the energy
released due to both collisional directions could lead to a reduction in the value for the

granular temperature.
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5.2.4 Average heat transfer coefficients

The average heat transfer coefficient were extracted from the circumference of all the
tubes at a distance of 6.25x107° m away and averaged for each of the three models.
The results were plotted over a 3.0 s period for the standard Gidaspow drag model and
the modified Hill-Koch-Ladd drag model and given in Fig. 5.19. These two drag models
were chosen to highlight the differences between the standard Gidaspow drag model
[65] which has been extensively used in the works of hydrodynamic and heat transfer
modelling and the recently developed kinetic-based Hill-Koch-Ladd drag model which
was derived from Lattice-Boltzmann theory [73-75]. The average for all the tubes in
each model was calculated, namely the average of one tube for the 1-tube simulation,

two tubes for the 2-tube simulation and three tubes for the 3-tube simulation.
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FIGURE 5.19: The average heat transfer coefficients for the three models using a) the
Gidaspow drag model and b) the Hill-Koch-Ladd model over a period of 3.0 s.

The initially high value of heat transfer coefficient, seen with both models, is due to the
simulation initial conditions assuming the bed is set to 293 K. In experimental conditions
this would not occur as the wall initially heats up to the constant temperature of 373
K therefore the region near the wall would heat up with it. Within the first 0.5 s the
average heat transfer coefficients decrease due to the build up of an air bubble below

the tubes which leads to the encasement of the large air bubble. This was previously
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observed in the contour plots in Fig. 5.12. By 0.5 s, for the 1-tube simulation, the bubble
has completely passed the tube resulting in a sharp increase in the average heat transfer
coefficient. As the number of tubes increases, there is a delay in the increase in average
heat transfer coefficient also agreeing with Fig. 5.12 as the bubbles ascended the bed
later with each additional tube. Furthermore, the average heat transfer of the 3-tube
simulation is lower than the 1-tube and 2-tube simulations for both the Gidaspow and
eventually the Hill-Koch-Ladd model. This could be due to the additional tube being
positioned directly above the inlet leading to a build up of air on a more continuous

basis hence reducing the average heat transfer coefficient.

Fluctuations occur in the average heat transfer coefficients for both models as air bubbles
form below, blanket and break away from the tubes leading varying dense and dilute
regions. The Hill-Koch-Ladd model shows a strong fluctuation in heat transfer coefficient
for the single and triple immersed tube reactors indicating the model’s sensitivity to the
presence of excess air. However, the Hill-Koch-Ladd model for the dual immersed reactor
shows a more smooth average heat transfer coefficient probably due to the tubes not
being positioning directly above the fast air inlet. This allows the air flow to find an
easier path past the tubes rather than being obstructed and having to break up leading
to the majority of the tube being continually encased by a bubble. The Gidaspow model
however picks up more fluctuations than the Hill-Koch-Ladd drag model for the 2-tube

simulations.

Figure 5.20 shows the volume fraction contour plots of both models at intervals of 0.25
s after 2.0 s for the 1-tube simulation. The sudden drop in the average heat transfer
coefficient, observed in Fig. 5.19, for the single immersed tube using both the Gidaspow
and the Hill-Koch-Ladd models, respectively, would be due to the collection of air which
forms above the tube and appears to remain as seen in Fig. 5.20. Air will travel around
the tube, continually supplying more air to the region above it leaving a dilute region
in constant contact against the top. Since Fig. 5.14 shows that the particle contact
with the tubes in the 2-tube simulation does not appear to change dramatically and
the continuous production of the smaller voidages in the 3-tube simulation from as
early as 0.9 s, in Fig. 5.12; the average heat transfer coefficients in these two reactors
remains generally similar magnitude for both the Gidaspow and Hill-Koch-Ladd models
in Fig. 5.19. After 2.0 s the average heat transfer coefficient has a similar magnitude for

all three reactors at approximately 500-600 W/m?K.

The frequency of the fluctuations for the 1-tube simulation appear to be approximately
4 cycles in every 0.5 s for the Gidaspow model whereas the Hill-Koch-Ladd model has
approximately 3 cycles in every 0.5 s. By looking at the volume fraction distribution
between the two drag models in Fig. 5.15 the Hill-Koch-Ladd model shows a higher
volume fraction of particles covering the 0-45° area of the tube compared to the Gidaspow
model which only covers 0-22°. This larger particle contact area at 0.3 s could suggest
that the model is delaying the release of the bubble from the tube or that the bubble
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F1cUure 5.20: Contour plots of the particle volume fractions for the 1-tube simulation
over the 2.0-3.0 s period using the Gidaspow and Hill-Koch-Ladd drag model.

does not encase around as much of the tube as the Gidaspow model does. Either way,
this would explain the different frequency as the bubbles would be released less regularly
and the slightly higher magnitude in the average heat transfer coefficient would be due

to a larger area of particle contact with the wall.

Figure 5.21 shows the local heat transfer coefficient around the tube for the 1-tube model
for both drag models at 3.0 s. The repositioning of the bubble above the tube shows the
maximum heat transfer is reduced to approximately 280 W/m?K for the Gidaspow drag
model and approximately 850 W /m?2K for the Hill-Koch-Ladd drag model. Furthermore,
the maximum heat transfer coefficient appears to have moved round the tube to around
45°, from 0° previously in Fig. 5.15, since the region above the tube is a dilute region
resulting in a lower heat transfer in this area. The value given by the Gidaspow model

agrees very well with the calculated maximum heat transfer coefficient from a tube
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FIGURE 5.21: Local heat transfer coefficient around the tube for the 1-tube model for
both drag models at 3.0 s.

determined by applying the correlation by Zabrodsky [149] who proposed:

Qtrpge = 35.7A2'6d;0-36p2_2 -

The average heat transfer coefficients from the individual tubes in the 3-tube simulation
over a 3.0 s period are displayed for both the Gidaspow and Hill-Koch-Ladd drag models
in Fig. 5.22 (a) and (b), respectively. The first 1.0 s show a decline on all three tubes as
the air pockets gradually build up below each tube therefore reducing the average heat
transfer coefficient. With both drag models, tube 3 starts to increase in heat transfer
coefficient before tube 1 and tube 2 as the bubbles break away from tube 3 resulting
in an increase in particle-wall contact around that tube. The average heat transfer
coefficients from tube 1 and tube 2 are similar in frequency and wave amplitude due to
their positions. However, there are small differences between the results of tubes 1 and
2, despite their symmetric positions, confirming further that the bed dynamics are not

completely symmetric.

After 1.0 s, fluctuations settle into a regular pattern as the gas-particle flow mixes and
regulates. The average heat transfer coefficient from tube 3 shows a stronger drop in heat
transfer coefficient compared to the other two tubes due to its position directly above the
fast air inlet collecting air around the tube hence suppressing the heat transfer. This
explains the previous assumption in Section 5.2.4 for the lower average heat transfer
coefficient from the 3-tubes simulation shown in Fig. 5.19. During a period of low heat
transfer from tube 3, there is an increase of average heat transfer from the other two
tubes. Once the air bubble around tube 3 increases sufficiently, it breaks away from
the tube and ascends towards tubes 1 and 2 resulting in a decrease in the average heat
transfer from those. At the same time, particles occupy the spaces left by the bubble

that broke away from tube 3 leading to an increase in heat transfer from that tube.
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FIGURE 5.22: Average heat transfer coefficients from the individual tubes in the 3-
tubes simulation with a) the Gidaspow drag model and b) the Hill-Koch-Ladd model
over a period of 3.0 s.

5.2.5 Temperature distributions

Figure 5.23 displays the contour plots of the particle temperature distributions at 1.0 s
for a reactor with one, two and three immersed tubes using the Gidaspow drag model.
After 1.0 s there is a clear indication that more immersed tubes increases the temperature
of the particles within the bed due to an increase in the heat transfer area. The higher
temperatures are observed in the presence of dilute regions as the active particles travel
from the heated walls through the voids. In the 3-tube simulation, the increase in
the number of heated tubes along with the presence of more smaller particle carrying
voidages results in a much higher temperature of particles compared to the other two
reactors. The temperature distribution within the double tube reactor clearly shows the

circulation of particles carrying higher temperatures.

The contour plot in Fig. 5.23 at 1.0 s does not display in detail the different temperatures
in the near region of the tubes. The results are expanded in Fig. 5.24-Fig. 5.26 to display
the particle and air temperature at 1.0 s at the five different distances from the tubes
(given in Fig. 5.11 (c)) for the 1-, 2- and 3-tube simulation, respectively. Figure 5.24
displays the local results for the 1-tube simulation. A clear observation is that the

particle and air temperatures are higher when closer to the tubes as expected. As the
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F1cUure 5.23: Contour plots of the particle temperature distribution within the three
reactors at 1.0 s using the Gidaspow drag model.

distance from the tube increases the temperature change reduces until in there appears
to be little change between the distances. The local temperature of the air however
appears to be slightly higher than that of the particles. This could be due to the air
voidages between compact particles and the tube being influenced by not only the heat

from the tube but also the heat from the local particles.

The local particle volume fraction is also shown in Fig. 5.24. The peak temperatures for
both particles and air can be seen during the transitions from dense to dilute regions.
This will be due to the increased movement of particles in the vicinity of the tube as the
air carries particles away from the wall. This mixing allows heated particles to travel
and be replaced with cooler particles allowing the mixing heated particles to carry the
heat to other local regions. At 135°, the volume fraction results show a transition from
dilute to dense conditions however instead of an increased particle temperature there
is a reduction. This would be due to the re-introduction of cooler particles against the
bottom the tubes which are forced up by the fast air inlet. Whilst the local particles,
one particle diameter away, heat up there is little room for particle movement leading

to the confinement of the acquired heat to the local area near the tube.

Figure 5.25 and Fig. 5.26 display the local particle, air and volume fraction results
for tube 1 and tube 2 in the 2-tube simulation respectively. As seen for the 1-tube
simulation results in Fig. 5.24 the temperature of the particles and air is higher closer
to the heated tube. Also the results show a relatively symmetrical distribution in the
near-wall regions for the temperatures and volume fractions due to the symmetrical
positioning of the tubes. The results again point to higher temperatures in the regions
where the mixture is dilute and sufficient mixing is taking place. It can also be seen at

approximately 45° on tube 1 and 315° on tube 2 that there is a significant peak in the
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FIGURE 5.24: The local temperature particle temperature, air temperature and particle
volume fraction at the five distances from the tube in the 1-tube simulation with the
Gidaspow drag model at 1.0 s.
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temperature of both the particles and the air whereas there is a very dense region of
particles. This was not observed with the 1-tube simulation. It can be seen in Fig. 5.12
that the trajectory of the air bubbles appear to travel around the outside of the two tubes
in the 2-tube simulation so the compacted particles against the wall at approximately
45° on tube 1 and 315° on tube 2 do not mix well. Therefore the increased residence time
of the local particles against the wall would be the reason for this significant increase in

temperature.
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FIGURE 5.26: The local temperature

particle temperature, air temperature

and particle volume fraction at the five

distances from tube 2 in the 2-tube

simulation with the Gidaspow drag
model at 1.0 s.

The particle temperature and volume fraction at the different distances from the tubes
in the 3-tube simulation at 1.0 s are given in Fig. 5.27 and Fig. 5.28, respectively. The
third tube shows a general symmetrical distribution for both the particle temperature
and volume fraction results whereas tube 1 and tube 2 shows significant asymmetry from
both tube 3 and each other. This is because increasing the tubes lead to the break up
of larger bubbles into smaller ones particularly in the region between the three tubes.
Resulting in increased mixing which would produce an unpredictable distribution of

particles within the vicinity of the tubes. As seen in the previous reactors and as
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expected the temperature is highest closer to the heated tube. However, compared with
the results from the 1-tube and 2-tube simulations the results for the furthest distances
from all three tubes show a overall increase in particle temperature. This is again a
consequence of the increased mixing between the tubes and is explained further with
the volume fraction results in Fig. 5.28. It is clear that other than the tops of the tubes,
approx 315° - 45°, there are very few dense particle regions enhancing the movement of

the particles to distribute the heat more effectively.
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F1GURE 5.27: The local temperature
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at 1.0 s.
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F1GURE 5.28: The local particle vol-
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each of the tubes in the 3-tube simu-

lation using the Gidaspow drag model
at 1.0 s.

In order to display the effect of varying particle volume fractions in the near-tube re-
gions with varying time the results in Fig. 5.29 show the instantaneous average particle
temperature collectively taken from all the tubes in the 1-; 2- and 3-tube simulations
from the furthest distance of 0.000483723910 m from the tubes over a period of 3.0 s
with the Gidaspow drag model. The initial 0.75 s indicate the simulations forming a
regular pattern as the gas-particle flow mixes and regulates. The average temperature
from all the tubes in the 3-tube reactor is significantly higher than those of the other
two reactors agreeing with the instantaneous results at 1.0 s in Fig. 5.27. It can also

be seen that the results of the 2-tube simulation show a slight increase over the results
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of the 1-tube model. This would confirm that increasing the number of tubes would
increase the temperature in the reactor faster. However since these results are only in
the near-tube region of the tubes where the temperature from the other tubes would
not directly influence these results it could also indicate that improved mixing within

the near-tube regions have a significant influence on temperature distribution.
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FIGURE 5.29: Instantaneous collective average particle temperature from all the tubes
in the 1-, 2- and 3-tube simulations at the furthest distance from the tube over a period
of 3.0 s with the Gidaspow drag model.

5.3 Conclusions

A two-fluid Eulerian-Eulerian model simulation has been carried out applying the ki-
netic theory of granular flow (KTGF) to a wall-to-bed bubbling fluidised bed. The local
heat transfer coefficients were compared against experimental data for two drag models,
namely the Gidaspow and the Syamlal-O’Brien drag models. Contour plots comparing
the two drag models showed very similar features during the passage of the bubble up
the wall. However differences were observed in the local near-wall region as the different
drag models showed different clustering effects at the wall. The dependence of the heat
transfer coefficient on the volume fraction was proven where regions of higher particle
volume fraction resulted in a higher heat transfer. Both drag models gave a local heat
transfer coefficient at a specific point in the bed which was agreeable with experimental
data. Multiple bubble formation occurred due to the partitioning of the bubbles from
the recirculating particle bed back towards the wall. Both models picked up the pres-
ence of multiple bubble formation from the start but the Syamlal-O’Brien model took
approximately 1.5 s to displays these peaks to be periodically of a similar magnitude and

time. The coefficient of restitution was varied but led to very little variation in the local
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heat transfer coefficient. However, increasing the particle diameter greatly reduced the
local heat transfer coefficient due to an increased porosity between the compact parti-
cles which was taken into account in the models. Increasing the velocity gave reasonable
results however the development of multiple bubble formation was detected more at an
early stage by both models and appeared to affect the local heat transfer coefficient
more with increasing time. This suggests that the simulation should be extended and
compared with data taken for a longer period. A simulation was allowed to run for 8.0
s to determine if periodic behaviour occurred. The results showed a gradual decrease in
local heat transfer coefficient and multiple bubble formations occurring during the time
that the fast inlet was supplying air. This is due to the bed becoming more regular and
the circulating particles partitioning the elongated bubble along the wall. These effects
were observed after 1.5 s simulation time confirming that previous simulations in the

literature were not run long enough to allow the flow to fully develop.

Three tube-to-bed heated fluidised bed reactors have been modelled using an FEulerian-
Eulerian kinetic theory of granular flow model. A reactor containing one immersed tube
was set up based on a model from the literature [3] and compared with their predicted
results. The models looked at the flow characteristics and local heat transfer coefficients
using multiple drag models including the modified Hill-Koch-Ladd drag model derived
from kinetic theory and modified for the incorporation into two-fluid modelling. The
flow characteristics showed a close resemblance to the symmetrical results in literature.
Increasing the number of tubes improved the heat transfer into the bed due to the in-
creased heat transfer area and the break up of bubbles to form smaller particle carrying
voidages. Moreover, extending the simulation time from the previously carried out 0.45
s to 3.0 s shows an increasingly asymmetric distribution. The local heat transfer co-
efficients for all the drag models agreed reasonably well with the results obtained in
the literature for an effective thermal conductivity consisting of only a molecular con-
tribution. The results from the kinetic contribution greatly overestimated the values of
the heat transfer coefficients due to the strong influence that the granular temperature
has on the kinetic theory of granular flow. The local instantaneous volume fraction
distribution varied greatly from the predicted results observed in the literature yet the
present time-averaged particle volume fraction results followed the expected trend de-
termined experimentally [4], thus confirming that the previous assumption made in the
literature [3] to use a symmetric bed would not correctly capture the correct flow dy-
namics. The average heat transfer coefficient extracted from the circumference of the
tube for the three models were taken and plotted over a 3.0 s period for the standard
Gidaspow drag model and the modified Hill-Koch-Ladd drag model. The results showed
that the Gidaspow model detected the passage of the bubble around the tube before
the Hill-Koch-Ladd model however their average heat transfer coefficient values were of
similar magnitude. Furthermore, for multiple immersed tubes the average heat transfer

coefficient differed in magnitude for each tube, again confirming the asymmetric flow
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distribution and the effect of tube positioning. A contour plot for the temperature dis-
tribution of the particles showed that increasing the number of tubes increases heat
transfer from the tubes to the particles and the flow around the tubes resulting in in-
creased temperature. The local particle temperature and particle volume fractions at
different distances from the tube were analysed for the three reactors and found that
increased particle temperature occurred in the transition from dense particle-laden re-
gions to dilute region as the particles experience mixing. The transition from dilute to
dense particle regions resulted in local temperature reduction as new cooler particles are
introduced to the local vicinity. The instantaneous average particle temperature for the
three reactors showed that increasing the number of tubes resulted in an increase in the

local particle temperature where improved mixing was shown to be a contribution.



Chapter 6
Reaction Modelling

This chapter incorporates reaction kinetics into an Eulerian-Eulerian model of a bubbling
fluidised beds coal gasifier. The chapter is categorised into two sections; the first carries
out a two-dimensional parametric study for different model conditions and the effects
such variations have on the emission compositions and temperatures; the second section
expands the work further into three-dimensional modelling by analysing the effects of
different inlet compositions and velocities and the modification of fuel properties to that
of wood with different composition ratios of coal:wood. The results presented in the
two-dimensional modelling section of this chapter are quite extensive and available in
two separate papers journal papers. The first paper introduces the initial results of this
model and is published in the Chemical Engineering Journal [16]. A second paper is
based on the parametric study within the two-dimensional model and is under review
in the Industrial and Engineering Chemistry Research journal [17]. Finally, conclusions

are made based on the results observed throughout this chapter.

6.1 Two-dimensional modelling

The model was set up according to the experimental study of Colombian coal by Ocampo
et al. [5]. Figure 6.1 displays a sketch of the experimental set up used. The reactor had
an internal diameter of 0.22 m and height of 2 m with a screw-feeder located at 0.3 m
for the introduction of the coal and limestone mixture. A mixture of air and steam was

introduced into a bed at different rates and temperatures as given in Table 6.1.

In the model, an initial bed of limestone and char was set to the height of 1.0 m with a
volume fraction of 0.48; an equal volume fraction was used for the two solid phases set to
0.24 each. The solids properties for the coal, limestone and char are given in Table 6.2.
The simulation considers four separate phases, a gaseous phase and three solid phases,

limestone, coal and char. The gaseous phase consists of a mixture of 8 species, namely,
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TABLE 6.1: Operating conditions and experimental results for the 2D BFB gasifier.

Operating Conditions Model 1 Model 2
Air supply (kg/h) 21.9 17.0
Steam supply (kg/h) 4.7 4.7
Coal feed (kg/h) 8.0 8.0
Limestone feed (kg/h) 0.8 0.8
Air and steam

temp at entrance (K) 693.15  686.15
Temperature of reactor (K) 1128.15 1085.15
Experimental results
H, (%) 8.53 8.84
COy (%) 1931 18.38
Ny (%) 60.37  61.10
CHy (%) 0.84 1.07
CO (%) 10.94  10.59

H20, O2, CO4, CO, Hg, CHy, tar and Nj. As carried out by previous researcher [63, 150],

the tar is regarded as CgHg since the composition of tar is usually regarded as condensed

nuclei aromatics. The limestone consists of two pseudo-species - CaCO3 and CaO. When

limestone calcination is considered, calcium carbonate, CaCQOj3, breaks down to produce

calcium oxide, CaO, and carbon dioxide, CO5. The CaO produced would then become

the active solid in the absorption of sulphur dioxide, SO2, should the inclusion of SO»

be considered leading to limestone desulphurisation. However, due to the low amount

of sulphur and nitrogen within the coal, the inclusion of an additional phase species

based on the low amounts of these compounds would not be computationally beneficial

therefore the present model does not account for their presence in the chemical processes.

Limestone calcination is considered but not limestone desulphurisation.

OUTLET

0.22m

COAL

INLET—>
0.3m

t11

AIR + STEAM

INLET

1.0m

2.0m

FIGURE 6.1: Experimental setup of the BFB gasifier taken from Ocampo et al. [5].



Chapter 6 Reaction Modelling 99

TABLE 6.2: Characteristics of solids phases in the BFB coal gasifier.

Coal Properties
Prozimate Analysis (wi%)

Moisture 2.6
Volatile matter 41.8
Fixed carbon 54.1
Ash 1.5

Ultimate Analysis (wt%)

Carbon 75.3
Hydrogen 5.4
Oxygen 15.6
Nitrogen 1.8
Sulphur 0.4
Ash 1.5
Others Limestone Coal Char
Mean particle size (m) 0.0006  0.00062 0.00060
Apparent density (kg/m?) 2700 1250 450
Specific heat (J/kg K) 840 1600 1600
Thermal conductivity (W/m K) 1.33 0.107 0.107

6.1.1 Mesh generation

A mesh was created using 2215 quadrilateral cells. The cells near the walls were not
refined further as the purpose of the model was to capture the gasification processes
within the bed and not the near wall behaviour. Boundary conditions for the gas phase
were set to no-slip and for the particulate phase a tangential slip condition was imposed
which was developed by Johnson and Jackson [146] using the previously utilised specu-
larity coefficient of 0.25. The cell size in the horizontal direction was 0.01 m whilst the
vertical direction was set to 0.02 m replicating a domain of (22x100) cells as used previ-
ously [63, 151]. The present model however refines the region near the coal inlet further
to a minimum of 0.0004 m horizontally and 0.0008 m vertically to correctly capture the

devolatilisation characteristics near the fuel inlet as the fuel is introduced.

6.1.2 Phase segregation

A brief analysis of the gas-solid dynamics in the bed is considered before the effects of
the reaction kinetics are studies. Figure 6.2 displays the volume fraction of the gases
for model 1 over a 0.5 s period after steady state conditions were achieved. There are

a number of observations that can be seen including the formation of bubbles along the
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FIGURE 6.2: Gas volume fraction within the BFB for model 1 over a period of 0.5 s.

left side of the reactor, formation of bubbles in the lower region of the bed and also the
variation of bed height. The formation of bubbles up the left wall is due to the build
up of gaseous products after devolatilisation has taken place near the fuel inlet on the
left hand side of the reactor. As the gases build up, the bubbles increase in size and
continue to rise up through the bed. The formation of larger bubbles near the top of
the bed is a result of the coalescence of smaller bubbles. It is due to the movement
of these bubbles through the bed that mixing is enhanced within a bubbling fluidised
bed. The bubbles formed in the lower section of the bed are small in comparison to
those observed at the top of the bed. Their formation originates endogenously from the
build up of the gaseous products due to the heterogeneous reactions. At the inlet the
oxygen concentration is highest and combustion takes place immediately upon impact
with the char particles in the bed. The gases form small bubbles that continue up the

bed increasing in size as further reactions and coalescence take place.

Figure 6.3 displays the gas, limestone and char volume fractions within the bed. The
gaseous bubbles are seen in Fig. 6.3 (a) to begin formation at the base of the reactor,
increasing with size as the bubbles rise and coalesce. The bubble coalescing phenomenon
can be seen half way up the bed where two smaller bubbles are on the verge of merging
into a larger one. Also near the fuel inlet a small collection of pyrolysis products has

formed and is awaiting the passage of a larger bubble from below to merge with and



Chapter 6 Reaction Modelling 101

travel up the bed. This phenomena can be seen in the early stages of Fig. 6.2.
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FIGURE 6.3: Volume fraction distribution within the bed at 9.0 s for a) gases, b)
limestone and c) char.

The volume fraction of the limestone and char in Fig. 6.3(b) and Fig. 6.3 (c), respectively,
show a similar distribution of particles within the bed. Gerber et al. [114] displayed par-
ticle segregation of two phases with different particle diameters and the same particle
densities. In this case, the particle diameters remain the same however the densities
of the limestone and char differ greatly. Although no clear distinction is observed with
regards to segregation in Fig. 6.2 closer inspection indicates that the lower density par-
ticles, namely char, are segregating to the top of the bed. In order to observe these
variations more effectively the relative volume fraction of the char and the limestone
were compared in the bed by removing the volume fraction of char from limestone in
each cell (o — a,p). Therefore, positive values indicate a higher presence of limestone
within the cell whereas negative values indicate a higher volume fraction of char. The
result for the limestone (o — ) > 0 and the char (o — a.,) < 0 are displayed in
Fig. 6.4. The results show a collection of limestone towards the base of the bed whilst
the char phase slightly dominates the centre and the top of the bed. The limestone has
a higher density than the char which would result in its settlement at the base of the
bed whereas the smaller char particles segregate to the top of the bed.

A higher presence of char seen in the centre of the bed can be explained by looking at the
positioning of the gaseous bubbles, more specifically the smaller bubbles near the base

of the bed. An increased volume fraction of char within the bubbles indicates that the
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FIGURE 6.4: a) Gaseous volume fraction and the relative volume fraction distribution
in the bed for b) limestone (o — aep) > 0 and ¢) char (o — aen) < 0.

bubbles have a strong impact on these lower density particles compared to the higher
density limestone particles. The variation in particle properties would be responsible
for these slight changes as different sized particles and different densities are influenced
greatly by the flow dynamics. This is confirmed by the different minimum fluidisation
velocities for the char and limestone phases, i.e., Up,f e =~ 0.055 m/s and Uy, r; ~ 0.33
m/s, respectively, and their different terminal velocities, i.e., Vo, = 5.05 m/s and Vi,
= 30.3 m/s. The ascending bubbles continually transport char particles through the bed
resulting in a build up at the top of the bed. This mixing behaviour is a reason why a
bubbling bed allows for excellent heating properties as the higher temperatures observed
at the base of the bed, discussed further in Section 6.1.8, can be carried through the bed

via the char particles in the bubbles.

6.1.3 Devolatilisation models

Two devolatilisation models, namely, the Badzioch model [119] and the Kobayashi model
[137], were tested and the mole fraction of the gaseous species, averaged over a period of
80.0 s, are compared with experimental data in Fig. 6.5. Both models agree fairly well
with the experimental data although there is a distinct variation in the mole fraction of
COs as the composition of CO is higher than that of COs unlike the experimental results.
This is expected as the bed in the present model was formed of both char and limestone
whereas the majority of the experimental bed was limestone until coal was slowly added
and mixed before gasification was began. As a result, the catalytic behaviour of the char
consumed the COq faster via the Boudouard reaction (R3) leading to an increase in the

concentration of CO. The concentrations of CHy in Fig. 6.5 are extremely low and not
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FIGURE 6.5: Mole fraction comparison of the gaseous products from the Badzioch and
Kobayashi models with experimental data from Ocampo et al. [5].

clear, therefore Fig. 6.6 focuses on the CH, compositions. Both models under predict
the mole fraction of CH4 which could be down to the low mass fraction of CHy given
by the Loison and Chauvin correlation [122] for the yield of volatiles released during
devolatilisation. A study of the various yield correlations would be highly advantageous

as different yields would be given for different yield correlations.
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FIGURE 6.6: The mole fraction comparison of methane, CHy, from the two devolatili-
sation models with the experimental data from Ocampo et al. [5].

Figure 6.7 displays the instantaneous mole fraction of the exiting gaseous products over
a 100.0 s period through the outlet for both devolatilisation models. It can be seen that
the Kobayashi devolatilisation model appears to have reached steady state conditions
for all gaseous species whereas the Badzioch model does not. The species CO and Hg
appear to increase in mole fraction with time whereas CO9 and HyO decrease slightly.
This could be due to the Kobayashi model’s incorporation of yield factors which modify

the volatile release based on local temperatures whereas the Badzioch model does not.
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Since particles can migrate due to the mixing behaviour of the bed the local temperature
would change. The Kobayashi model would recognise this change in temperature and
choose its volatile release accordingly whereas the Badzioch model would assume the
same volatile release for lower temperatures as for higher temperatures. The increased
concentration of these volatile species in regions of lower temperatures would promote
more heterogeneous reactions leading to a slight increase in their products, namely CO

and Hy as observed in Fig. 6.5.
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FIGURE 6.7: The instantaneous mole fraction of the gaseous products over a 100.0 s
period through the outlet for the a) Badzioch and b) Kobayashi devolatilisation model.

The increase in Hy would explain why the concentration of CHy in Fig. 6.6 is higher for
the Badzioch model compared to the Kobayashi model. A higher concentration of Hy
would influence the methanation heterogeneous reaction (R4) resulting in an increase
in CH4. Since the Badzioch devolatilisation model does not appear to have reached
steady state conditions after 100.0 s with regards to the mole fraction compositions the

Kobayashi model was carried out for the remaining models.
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6.1.4 Heterogeneous and homogeneous reactions

Figure 6.8 displays the reaction rates of the different heterogeneous reactions that take
place in model 1. It is apparent that the mole fraction of Os is confined to the vicinity of
the air inlet where it is immediately consumed with the combustion reaction (R1). The
steam gasification reaction (R2) is also dominating the lower region of the bed as steam
is introduced through the base of the reactor and gradually consumed. In the case of
the combustion reaction, O is completely consumed within the local area of the inlet
as it is not the product of any further reactions unlike the HoO which is the product of

a number of homogeneous reactions.

It can be seen that the combustion reaction takes place faster than the remaining re-
actions. This is because the concentration of Og is much higher in the vicinity of the
air/steam inlet compared to the other species throughout the bed. As a consequence of
the fast reaction rate there is a fast production of COs. The Boudouard reaction takes
place throughout the bed but predominantly within the lower region indicating that al-
though the combustion reaction is the dominant reaction within the vicinity of the inlet,
COgq as its product immediately reacts with the surrounding chars. With increasing bed
height CO5 and HoO are consumed because the species continually interact with more

of the char phase leading to slow heterogeneous reactions higher in the bed.
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FIGURE 6.8: The reaction rates of the heterogeneous reactions a) C - Oz, b) C - HyO,
¢) C - CO; and d) C - 2Hs.

It can be seen in Fig. 6.8 (d) that the methanation reaction takes place much slower than
the other heterogeneous reactions. There is a large region at the top of the bed where
the methanation reaction is seen to be taking place faster. Whilst comparing Fig. 6.8

(d) with Fig. 6.3 (a) this area is a particle laden region therefore the presence of char
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would suggest that the steam gasification reaction could have previously dominated this
region leading to an increase in the Hs species. Near the fuel inlet there appears to
be a region with a slightly increased methanation reaction rate. This could be due to
the release of Hs as a devolatilisation product and the gradual accumulation of Hy as a

product of the steam gasification heterogeneous reaction within the vicinity.

Figure 6.9 shows the oxidation of CO, Hy and CHy all take place within the vicinity of
the primary inlet where the concentration of O is highest. It is observed that the CO
oxidation reaction took place much faster than the Hy and CHy oxidation reactions due
to the fast reaction rate of the Boudouard reaction (R3) leading to a higher concentration
of CO near the air inlet as seen in Fig. 6.8. The reaction rate for the CHy oxidation
reaction is much lower than the other homogeneous reactions as the only heterogeneous
reaction that produces CHy is the methanation reaction which takes place extremely
slowly, especially in the lower regions where there is a limited concentration of Hs to

activate the reaction in the first place.

1.35e-04 7.90 e-05 6.92 e-08
. 1.28 e-04 . 7.50 e-05 . 6.57 e-08
1.21e-04 7.11 e-05 6.23 e-08

1.15 e-04 6.71e-05 5.88 e-08
1.08 e-04 6.32e-05 5.53 e-08
1.01 e-04 5.93 e-05 5.19 e-08
9.45 e-05 5.53 e-05 4.84 e-08
8.77 -05 5.13 e-05 4.50 e-08
8.10 e-05 4.74 e-05 4.15 e-08
7.42 e-05 4.34e-05 3.81e-08
6.75 e-05 3.95e-05 3.46 e-08
H 6.07 e-05 H 3.55e-05 H 3.11-08
5.40 e-05 3.16 e-05 2.77 e-08
4.72 e-05 2.76 e-05 2.42 e-08
4.05 e-05 23705 2.08 e-08
3.37e-05 1.97 e-05 1.73 e-08
.| 270e05 |} 10| 158e05s |} /L 138e08 7
202e-05 || i 1.18e-05 | | 1.04 e-08 ﬁ
1.35 e-05 7.90 e-06 6.92 e-09
6.75 e-06 a) 3.95 e-06 b) 3.46 e-09 <)
0.00 e+00 0.00 e+00 0.00 e+00

FIGURE 6.9: The reaction rates of the homogeneous oxidation reactions a) CO - 0.502,
b) H2 - 0.502, C) CH4 - 202.

6.1.5 Comparisons with experimental data

The mole fraction composition of the exiting gases for model 1 and model 2, where
limestone calcination was not activated, are compared to the experimental results given
in the literature [5] and given in Fig. 6.10. The models both provide a reasonably good
representation of the experimental compositions however it can be seen, particularly in
model 1, that the composition of CO is higher than that of CO5 unlike the experimental
results. As explained previously, this is due to the bed in the present model being formed

of both char and limestone whereas the experimental bed consisted primarily of limestone
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until coal was slowly added and mixed before gasification had begun. Resulting in the
Boudouard reaction taking place faster producing more CO. However, the results of
model 2 display similar mole fractions of CO and COs due to the initial set up having a
lower temperature distribution. A lower bed temperature would reduce the Boudouard
reaction rate, along with other reaction rates, due to the high temperature dependency
of the reactions leading to lower production of CO and lower consumption of COs. For
further comparison, the average mole fractions for model 1 and model 2 are also given

in numerical form in Table 6.3 along with the experimental results.
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FIGURE 6.10: Average mole fraction of the exiting gaseous products for a) model 1
and b) model 2 calcinating limestone.

Model 1 and 2 were both rerun without the inclusion of limestone calcination and com-
pared to the calcinating included model to determine its effect on the composition of the
exiting gases. The comparison between an inert limestone and a calcinating limestone
bed are given in Fig. 6.11. From these graphs there does not appear to be a great deal
of variation between the compositions of the gaseous products. This is due to the slow
conversion rate of limestone decomposition. Wang et al. [115] investigated the effects
of temperature and residence time on the decomposition of limestone of similar sized
particles in a CO2 atmosphere and found that with a BFB temperature of 1193.15 K,
the residence time for over 73% conversion of CaCOj3 to CaO was approximately 70mins.
Therefore, the 100.0 s run time presented here would not lead to a significant COo pro-

duction.

It is easier to observe the differences between the average mole fractions for both model
1 and model 2 with both an inert bed and a calcinating bed in table-form, therefore
they are given in Table 6.3. The difference between the average exiting mole fractions
(inert - calcinating) are also given to highlight the impact that limestone calcination has
on a gaseous composition. In both cases there is a slight increase in the mole fraction of

COg4 as expected due to the release of CO2 during limestone decomposition however the
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FIGURE 6.11: Average mole fraction of the exiting gaseous products for a) model 1 with
inert and calcinating limestone and b) model 2 with inert and calcinating limestone.

impact is different between the two models. In model 1, the results show a slight decrease
in the mole fraction of CO and Hy whilst HoO increases with COs. This suggests that the
limestone model impacts the water-gas shift reaction as a result of further introduction
of COa.

Model 2 shows an increase in all species except HoO which decreases. It can be observed
that model 1 and model 2 vary significantly in HoO due to the variation in reactor
temperature. The water-gas shift reaction is dependent on temperature and gaseous
concentration and since the temperature distribution of the bed remains the same be-
tween an inert bed and the calcinating bed it can be assumed that the impact would be
due to a slight increase in gaseous compositions. This is plausible as a lower tempera-
ture results in a lower mole fraction of CO compared to model 1 since the temperature
dependent Boudouard reaction rate is reduced. An increase in COs due to calcination
would help promote the Boudouard reaction causing a slight increase in CO. Increasing
the composition of the CO would accelerate the forward water-gas shift reaction leading
to a reduction in HoO and an increase in the products CO5 and Hy. As the reaction con-
tinues the species compromise and adjust according to the local species concentration.
It is interesting that the species CH4 and tar do not vary between the inert model and
a calcinating model. In addition to their low mole fraction within the bed this would be

due to their non-involvement with the water-gas shift reaction.

A further point to emphasise is the use of a char and limestone bed would not display
a great impact due to limestone calcination as the heterogeneous reaction rates with
char dominates over the limestone reactions. The effects of different bed material on the

gaseous compositions is investigated further in Section 6.1.11.
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TABLE 6.3: Average mole fraction of gas species for an inert and calcinating limestone
bed and the differences.

Model 1 CO COQ H2 CH4 N2 HQO Tar
Inert 0.13464  0.09150 0.06226  0.00020 0.54675  0.16428  0.00037
Calcinating 0.13249  0.09279 0.06094  0.00020 0.54671  0.16649  0.00037
Difference -0.00214  0.00130 -0.00132  0.00000 -0.00003  0.00220  0.00000
Model 2 CO COQ H2 CH4 N2 HQO Tar
Inert 0.10135  0.09742 0.05230  0.00014  0.52268  0.22584  0.00026
Calcinating 0.10268  0.09818  0.05422  0.00014  0.52379  0.22073  0.00026
Difference 0.00132  0.00076 0.00192  0.00000 0.00111  -0.00511  0.00000
Experiment CO COq Ho CH4 Na H20O Tar
Exp 1 0.1094 0.1931 0.0853 0.0084 0.6037 N/A N/A
Exp 2 0.1059 0.1838 0.0884 0.0107 0.6110 N/A N/A

6.1.6 Gas compositions

The gaseous mole fraction distributions within the reactor for model 1 are given in
Fig. 6.12. There is a clear distinction between the species introduced through the gaseous
inlet and combustion processes as they are more concentrated towards the base of the
reactor compared to those which increase in concentration with increasing height. The
species No, HoO and COs show a larger mole fraction at the base of the reactor since
Ng and H2O are introduced through the lower air/steam inlet. The COx is introduced
endogenously as the product of the combustion heterogeneous reaction. These gaseous
species decrease with height as they are consumed by further reactions. CHy, Ho and
CO build up in concentration with increasing height as they are the products of hetero-

geneous reactions thus accumulate as further reactions take place.

The region near the fuel inlet shows a particularly concentrated region for most of the
gaseous species. This region signifies the accumulation of devolatilisation products as the
fuel is introduced to the bed at this point. The products then mix through the bed along
with the products of heterogeneous reactions from the lower bed region to continually
trigger further reactions, i.e., heterogeneously within the bed as seen in Fig. 6.8 and

finally with the water-gas shift which dominates above the bed.

It is apparent that the heterogeneous reactions result in a strong variation in the mole
fraction within the bed. This is because the reactions depend on the local concentrations
of the species which consequently influence further reactions as increased concentrations
of their products accumulate. An example of this would be the large region at the top
right of the bed which, as was previously discussed in Section 6.1.4, which consists of a
very low concentration of HyO yet an increased mole fraction of Hy and CO. This would
confirm the previous assumption that the steam gasification reaction had previously

dominated this region leading to an increased concentration of its products. It can also
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FIGURE 6.12: The mole fractions of the different gaseous products for model 1.
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be seen that the mole fraction of CHy is gradually increasing which agrees with Fig. 6.8

(d) where an increase in the methanation reaction rate can be seen.

Above the bed the mole fractions in all cases regulate as the water-gas shift reaction
takes place. An ideal case would be for the water-gas shift reaction to reach equilibrium
leading to very little fluctuations in the average mole fraction of the gaseous products
through the outlet as seen in Fig. 6.13. Whilst extensive work has been carried out with
regards to the kinetics of the water-gas shift reaction it has been widely accepted that
equilibrium is attainable whilst maintaining temperatures of 1073.15-1123.15 K for tall
large scale beds. Unfortunately, this is highly unlikely within lab-scale reactors as the
freeboard is not tall enough for equilibrium to be completely achieved. This is the case
seen here in model 1 (Fig. 6.13) as stronger fluctuations are observed for the four species

involved in the water-gas shift reaction, namely HoO, CO, CO5 and Hs.
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FIGURE 6.13: The average mole fraction of each gaseous product through the outlet
over a period of 100.0 s.

From as early as 5.0 s the composition of the species through the outlet remains relatively
steady with fluctuations occurring as the water-gas shift reaction continually compro-
mises between the dominating species. The mole fraction of Ny and CHy appears more
consistent with average mole fractions of 54.7% and 0.02%), respectively, although CHy
is so low that it is not as apparent in the graph. This is due to their non-participation
in any of the reactions except for the methanation heterogeneous reaction where the
reaction rate is so small and its participation taking place lower in the reactor therefore

it would not greatly influence the CHy4 fluctuations.

The fluctuations of the remaining products appear strongly correlated with the mole
fraction of its species. For HoO and CO, averages of 16.4% and 13.5%, respectively,
display larger fluctuations than COo and Hs. It can be seen that the fluctuations of
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these different groups reflect each other showing a decrease in CO whilst HoO increases.
The same can be seen for the other two species. This is a result of the water-gas
shift reaction not reaching equilibrium and the species having to compromise with an

increased concentration of one of the species on each side of the reaction.

6.1.7 Variation in bed height

It was observed in the last section, Section 6.1.6, that the water-gas shift had not reached
equilibrium for a bed height of 100 ¢cm so simulations were carried out with various bed
heights of 0.5 m, 0.75 m, 1.0 m and 1.25 m. The results given in Fig. 6.14 show the
instantaneous mole fraction of the gaseous species over a 100.0 s period for the different
bed heights. The increased magnitude of the fluctuations with increasing bed height
indicate that the water-gas shift has not had sufficient time to reach equilibrium before
exiting the reactor. As explained previously, it is commonly acknowledged that it is
highly unlikely for water-gas shift reaction to reach equilibrium within lab scale reactors
due to the reduced area of freeboard space. A bed height of 0.5 m in Fig. 6.14 (a) shows
a significant reduction in the fluctuation of the gaseous species upon exit. This lower bed
height increases the area of the freeboard providing more space for the relevant species,
namely CO, CO2, Hy and HoO, to compete in the water-gas shift reaction thus indicating
that equilibrium could be obtained in a small scale reactor providing the freeboard is
sufficiently tall enough. The bed height of 1.25 m shows very strong fluctuations since
the average mole fraction results are taken at 2.0 m leaving limited space for the species

to adapt through the water-gas shift reaction.

From as early as 5.0 s the composition of the species through the outlet remains relatively
steady with the fluctuations varying depending on bed height. The mole fractions of
Ny and CH,4 appear more consistent with average mole fractions of approximately 55%
and 0.02%, respectively, due to their non-participation in the water-gas shift reaction.
It can be seen however that lower bed heights, 0.5 m and 0.75 m, display a gradual
increase in CO and Hy species over time indicating that for such small bed heights the
compositions do not reach steady state conditions compared to higher bed heights. This
is due to smaller bed heights containing less char therefore CO9 and HoO would not be
consumed as effectively by heterogeneous reactions. Such high concentrations of COq
and HsO would affect the water-gas shift reaction leading to the gradual increase in their
opposing species Hy and CO. The average mole fractions of COy and Hy in Fig. 6.15
decrease with increasing bed height as increasing char levels lead to more exposure of
gases to heterogeneous reactions whilst products of such reactions, CO and Hs, increase

with increasing bed height.
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FIGURE 6.14: The instantaneous average mole fraction of the gaseous species over a
100.0s period for bed heights a) 0.5 m, b) 0.75 m, ¢) 1.0 m and d) 1.25 m.
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FIGURE 6.15: The average mole fraction of each gaseous product through the outlet
over a period of 100.0 s for varying bed heights.

6.1.8 Temperature distributions

Figure 6.16 displays the contour plots of the gaseous temperature distribution for model
1 with two scales. In Fig. 6.16 (a) it is clear that the highest temperature is observed at
the base of the reactor where the exothermic combustion reaction dominates. Figure 6.16
(b) displays a modified scale of Fig. 6.16 (a) for the benefit of observing the temperatures
in different regions of the bed. There is a clear difference in temperature throughout
the bed depending on position and local reactions. The temperatures near the wall
remain similar to that of the reactor walls, 1128.15 K, whilst the centre of the bed
varies. A region near the top of the bed on the right hand side shows a significantly
lower temperature than the remaining bed. This region was brought up previously as
having a significantly higher methanation reaction rate (Fig. 6.8 (d)) and showing a low
mole fraction of HoO (Fig. 6.12 (f)). The previous assumption was that previously this
region was exerted to strong steam gasification activity. This is confirmed with the lower
temperature as the steam gasification reaction is endothermic therefore a reduction in
local gaseous temperature would indicate the presence of this reaction previously. The
methanation reaction is slightly exothermic, however the methanation reaction rate in
this region is significantly lower than the other heterogeneous reactions simultaneously

taking place for it to make a significant impact on the temperature.

A slight temperature increase is observed near the top of the bed on the left. It can be
seen in Fig. 6.3 (a) that there is a large gaseous bubble within this region. An increase in
temperature would indicate that the water-gas shift reaction is taking place within the
vicinity particularly within the bubble where the endothermic heterogeneous reactions
rates are lower (Fig. 6.8(b),(c)) due to the reduced char concentration. Therefore a
homogeneous reaction would be responsible for this temperature increase. As with all

the homogeneous reactions, the water-gas shift reaction is slightly exothermic and since
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FIGURE 6.16: The gaseous temperature distribution (K) within the reactor for model
1 a) with a complete scale and b) a modified scale to highlight the temperature distri-
bution within the bed.

the remaining oxidation reactions take place at the base of the bed it must be this

reaction causing this temperature change.

6.1.9 Variation in temperature

The effect of bed temperature on the compositions of the exhaust gases was studied with
models using temperatures lower (1078.15 K) and higher (1178.15 K) than the base case
(1128.15 K). The average mole fraction of the gaseous species are given in Fig. 6.17.
Results show that bed temperature is an important influence on the gasification pro-
cesses. Increasing the temperature results in an increase in CO and Hs species and a
decrease in COs and H5O. This is due to the highly temperature dependent heteroge-
neous reactions. As the temperature increases the reactions take place faster leading
to a faster consumption of the reactants HoO and COy through the steam gasification
reaction and Boudouard reaction, respectively. This subsequently leads to an increase

in their products CO and Hs, which is apparent in Fig. 6.17.

Figure 6.18 displays the instantaneous mole fraction of gaseous species through the outlet
over a 100.0 s period. The fluctuations of the four water-gas shift species increased in
magnitude as the bed temperature increased. For the 1178.15 K bed the fluctuations
were highly erratic possibly due to the levels of CO and HoO being the dominating
species. These species react together as the forward reactants of the water-gas shift
reaction therefore their dominance within the freeboard compared to the lower levels
of the competing backward reactants would not allow for equilibrium to be achieved

easily, especially in such a small freeboard area. Therefore, it can be assumed from
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FIGURE 6.17: The average mole fraction of each gaseous product through the outlet
over a period of 100.0 s for varying temperatures.

Fig. 6.14 and Fig. 6.18 that should the two dominating species in the freeboard be the
reactants on the same side of the water-gas shift reaction, e.g., CO and HsO being the
reactants for the forward reaction, then the attainability of equilibrium would be very
difficult. Having dominating species on both sides of the reversible reaction displays
smaller fluctuations in the instantaneous mole fractions indicating an improved chance

of reaching equilibrium state.

The water-gas shift reaction is dependent on concentration as well as temperature there-
fore as the concentration of the forward reactants peaks the reaction takes place faster.
This increases the concentration of their products, CO2 and Hy, whilst causing a sharp
decrease in CO and HsO due their conversion. The continual supply of increased for-
ward shift reactants by heterogeneous reactions and as products of the backward shift
reaction then leads to a peak in their mole fractions again starting the cycle once more.
Occasionally, there appears to be a dramatic peak in CO and H2O, for example at ap-
prox 38.0 s and 72.0 s in Fig. 6.18 (c¢). This could be due to bubble eruptions from the

bed releasing concentrated products of the heterogeneous reactions into the freeboard.

6.1.10 Variation in heat transfer coefficient

The model was adjusted to incorporate heat transfer at the walls with four different heat
transfer coefficients, 2, 4, 6 and 8 W/m? K. The inclusion of heat transfer coefficients
has a strong impact on the average gaseous temperature leaving the reactor as seen in

Fig. 6.19. Higher temperatures are observed with lower heat transfer coefficients as the
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heat loss through the walls is reduced. This was also previously observed by Gerber et al.
[114] who further found, which can also be seen in Fig. 6.19, that lower heat transfer

coefficients did not reach steady state conditions whilst higher ones did.
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FIGURE 6.19: The instantaneous average temperature through the outlet over a period
of 100.0 s for varying heat transfer coefficients (W/m? K).

The influence that temperature has on the gasification and homogeneous reaction rates
were observed previously in Section 6.1.8. However it can be seen in Fig. 6.20 that
although the variation of heat transfer coefficient greatly affects the exiting gaseous
temperatures it does not affect the composition of the exiting gases. The average mole
fraction of the gaseous products for the four different heat transfer coefficients does not
show a great deal of variation. This is due to the heat transfer coefficients only effecting
the local wall regions and in the dense particulate bed this is neglected since the high
bed temperature dominates. However, in the freeboard the temperature from the walls
are transported via convection through the gases therefore increasing the temperature in
this region. The slight fluctuations observed in Fig. 6.20 could be due to the variation in
freeboard temperature which affects the reaction rate of the water-gas shift reaction. The
higher temperature from lower heat transfer coefficients would accelerate the reaction
rate of the water-gas-shift reaction which is slightly exothermic leading to a further
increase in local temperature. This could explain the unsteady temperature profile for

lower heat transfer coefficients compared to the remaining coefficients in Fig. 6.19.

6.1.11 Variation in bed material

The composition of char and limestone can greatly influence the concentration of the

gaseous products. Additional models were carried out modifying the base case which
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FIGURE 6.20: The average mole fraction of the exiting gaseous products for the four
different heat transfer coefficients (W/m? K).

initially had a bed with a 50:50 ratio (char:limestone) to a limestone dominating bed
(25:75) and char dominating bed (75:25). The mole fraction of the gaseous products are
given in Fig. 6.21. It is clear that increasing the percentage of char in the bed results
in an increase in CO and decrease in COs. An increased presence of char promotes the
combustion reaction leading to more COy being produced. The COs is then consumed
through the Boudouard reaction to produce more CO. Increasing the amount of char
would increase the instances of heterogeneous reactions taking place, including further up
the bed where the steam gasification reaction produces further CO and Hs. This is also
observed in Fig. 6.21 where there is an increase in the concentration of CO and Hy with
increasing char content and a decrease in the heterogeneous reactants COs and HsO.
It is worth pointing out that the bed containing a limestone majority (25:75) closely
resembles the experimental results which is as expected since the experimental bed
contained a limestone bed with coal supplied before the air and steam was introduced,
therefore was a limestone dominating bed however the exact ratio of coal to limestone

was not given in the literature [5].

Figure 6.22 shows the average mole fraction of Oy at different heights in close proximity
to the air inlet for the three bed ratios of char:limestone, namely 25:75, 50:50 and 75:25.
It can be seen that the bed with the 25:75 ratio model has a higher mole fraction of O at
all three heights 0.01 m, 0.015 m and 0.02 m. The average mole fraction decreases with
increasing char quantity as more char is available to participate in the heterogeneous
combustion reaction. Since a lower char to limestone ratio has a higher Oy concentration
further up the bed, oxidation reactions can take place more over a great area which could

also increase the concentration of CO5 and H5O in the bed.
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FIGURE 6.21: Average mole fraction of the gaseous products through the outlet for
varying bed compositions.
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FIGURE 6.22: Average mole fraction of Os at different heights near the air inlet for
the three bed compositions.

It is worth highlighting that the limestone calcination model was carried out in all in-
stances therefore an assumption could be made that increasing the amount of limestone
would result in an increase in CO5 due to its release during the calcination process.
To further highlight the effects of limestone calcination a bed consisting of 100% lime-
stone was modelled with inert limestone and calcinating limestone. The results given
in Fig. 6.23 show a completely different composition compared to that given with char
present. This is due to the heterogeneous reactions only taking place with the limited

char produced during devolatilisation.

A close up of the products, CO, CO2, Hy and CHy in Fig. 6.24 shows low concentra-

tions of CO, Hy and CHy, which are due to the homogeneous reactions taking place
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FIGURE 6.23: Average mole fraction of the gaseous products with a bed containing
only inert limestone or calcinating limestone.

throughout the bed as opposed to beds containing char where the reactions are limited
to Oy enriched near-inlet region. Since there is very little char in the bed Os does not
get consumed therefore the volatile products released near the fuel inlet are immediately
consumed via the oxidation homogeneous reactions producing CO5 and HoO (Fig. 6.23).
A significant increase in the concentration of CO2 can be seen due to both the additional
CO4 produced through limestone calcination but also through the oxidation reactions
of CO immediately after devolatilisation has taken place. However, this increase is only
slight compared to the influence heterogeneous reactions has on the gaseous composi-

tions, particularly in the early stages of the limestone calcination process.
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6.1.12 Extended simulation times

The instantaneous gaseous compositions taken from the outlet given in Fig. 6.13 suggest
that the gaseous compositions reach steady state by 100.0 s however extending the runs
further would confirm this assumption. Unfortunately, due to the extensive time such
reaction models require a grid dependency check is performed to determine appropriate
cell sizes and time steps which would carry out the simulations in a faster time without
too much loss of accuracy. Table 6.4 displays the twelve separate cases consisting of
three grid sizes; a refined grid - 0.01 m x 0.01 m, the base case grid - 0.01 m x 0.02 m
and a coarse grid - 0.02 m x 0.02 m; that were modelled using four different time steps:
0.00005 s, 0.0001 s (the base case), 0.0005 s and 0.001 s. The cases were run for 20.0 s
using the model set up of Model 1, given in Table 6.1. For reference, the initial base case
carried out throughout this work, which was applied previously for a different model in
the literature [63, 151], is given as case 6 in Table 6.4.

TABLE 6.4: Grid dependency carried out with different cell sizes and time steps.

Case Cell size Time step
Horizontal (m) x Vertical (m) (s)

1 0.01 x 0.01 0.00005
2 0.01 x 0.01 0.0001
3 0.01 x 0.01 0.0005
4 0.01 x 0.01 0.001

5 0.01 x 0.02 0.00005
6 0.01 x 0.02 0.0001
7 0.01 x 0.02 0.0005
8 0.01 x 0.02 0.001

9 0.02 x 0.02 0.00005
10 0.02 x 0.02 0.0001
11 0.02 x 0.02 0.0005
12 0.02 x 0.02 0.001

Figure 6.25 displays the performance of the different cases showing the time taken in
hours to run to 20.0 s along with the number of cells involved in the calculations using
8 processors. As expected, as the grid becomes coarser the number of cells reduces and
the time taken to run the simulations to 20.0 s reduces. The variation in time step
impacts the duration of the run times greatly as smaller time steps require more time
steps within the same period of 20.0 s to complete. Increasing the time step reduces
the number of time steps to be carried out but increases the number of iterations per
time steps required to ensure convergence is achieved. This is observed by looking at
the time difference between the models run with 0.0005 s and 0.001 s time steps. The

time duration display very little difference even though the number of time for the 0.001
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s time steps required half the number of time steps within the 20.0 s period. Due to the
large time steps the model requires more iterations before reaching convergence therefore

time is not necessarily gained to benefit these large time steps.
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FIGURE 6.25: Performance of the different grid dependency cases which ran for 20.0 s.
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FIGURE 6.26: Gas volume fractions taken at 20.0 s for three different mesh sizes using
the smallest time step: case 1, case 5 and case 9.

The effect of different grid sizes can be seen in Fig. 6.26 which compares the volume
fraction of the gases at 20.0 s for the smallest time step models: case 1, case 5 and case
9. The smallest time step allows for very fast convergence therefore discrepancies seen
would be due to grid size instead of a coarse time step. The finest grid, case 1, shows
clear defined bubbles for both small and large bubbles with the interaction between the
bubbles and dense particulate phase being refined and the bubbles containing higher gas
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volume fractions. The coarsest grid, case 9, however displays similar bubble structures
except the bubbles appear larger as the interaction of the bubble with the bed appears
thicker and also the bubbles appear to have lower volume fractions. This is again due to
the rough estimations made in local area, a smaller grid cell would detect a gas volume
fraction of say 0.99 whereas a grid cell with twice the size would average this value
with the surrounding values in the cell which could be lower leading to a reduction in
the value. The effects of coarser averaging is particularly seen at the base of the bed
were there are small bubble formations due to the endogenous products of heterogeneous
reactions. The refined bed captures these small bubble formations whereas increasing
the grid size reduces the ability to capture of them as rougher estimations are made with

regards to the local behaviour within the vicinity.
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FIGURE 6.27: Gas velocity vectors taken at 20.0 s for three different mesh sizes using
the smallest time step: case 1, case 5 and case 9.

The mesh used in case 5 contains a horizontal grid size which is the same as case 1 but
the same vertical grid size as case 9. The formation of some smaller bubbles can be seen
and the large bubble at the top of the bed shows refinement for the bubble interaction
with the bed on the left and right side of the bubble however the top of this bubble and
the base of the react show the effects of the coarser grid in the vertical direction as the
results appear less refined. It is explaining the different flow distributions achieved at
the same time by the three models. As coarser grids produce rougher estimations for
the flow dynamics these less accurate values would then be used to calculate the results
at the next time step. Continuation like this would subsequently lead to a different flow

distribution in an already heterogeneously bubbling bed.
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The corresponding gas velocity vectors are given in Fig. 6.27 showing how much more
refined the mesh in casel is compared to the mesh in case 9. Each node gives the velocity
value and which is scaled according to the local velocity of the gases. Comparison with
Fig. 6.26 shows the gas travelling faster in the dilute regions, i.e., through the bubbles,
as the gas travels the easiest route possible with the least resistance. Since bubbles
contain a low concentration of particles, which act as obstacles, the gas prefers to travel
via this route. Although the flow displays a different distribution for the three cases at
20.0 s, the gas velocities are very similar regardless of the grid size. A peak velocity is
observed in case 1 within a bubble which is significantly faster compared to the velocities
observed in the other two cases however this would be due to the volume fraction of the
gases in this region being very dilute (in Fig. 6.26). Furthermore, it could also just be

specific to the flow distribution captured at this specific point in time.
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FIGURE 6.28: Mole fraction of exiting gases for the different models.

Whilst the flow dynamics display slight differences between the grid sizes it is worth
comparing the average gaseous compositions for all cases to determine the effects grid
size has on the reaction kinetics. Figure 6.28 shows the exiting gaseous compositions
which were average over a period of 10.0 s for each of the twelve cases. There appears
to be very little variation in the average gaseous compositions across all the models
probably because any difference in gaseous composition produced within the bed as
a result of averaging over coarser grids, would probably be negligible by the time the
gases reach the outlet because the water-gas shift reaction would adjust the compositions

accordingly leading to similar compositions.

For the benefit of modelling the gaseous composition alone, a coarse grid would work
just as effectively as a refined grid. The coarser grid of 0.02 m x 0.02 m will be utilised

in the extended simulation models as the gaseous compositions is the main focus of
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this study however the time step chosen will be 0.0005 s, i.e., case 11, allowing for a
faster simulation time than the previously used case 6 without compromising too much
accuracy by increasing the time step. A limestone dominated bed (char:limestone =
25:75) was chosen as the results shown in the previous section, Section 6.1.11 closely
resembled the experimental results given in the literature [5]. The extended model ran
for 2000.0 s and the instantaneous average mole fractions of the gases leaving the reactor

are given in Fig. 6.29.
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FIGURE 6.29: Instantaneous average gaseous composition over a period of 2000.0 s
using case 11 from Table 6.4.

The results in Fig. 6.29 were obtained at 5.0 s intervals which explains the dramatic
peaks that can be seen, especially in the water-gas shift species where the compositions
are expected to vary as the reactants try to reach an equilibrium. It can be seen that
the results reach steady state however this seems to occur after about 400.0 s suggesting
that whilst the previous models which were carried out to 100.0 s may appear to have
reached steady state due to the smaller time intervals, 0.005 s, at which the data was
extracted which would suppress the increasing trend, they had not and in order to obtain
sufficient time averaged composition results the simulation time needs to be extended
further. The compositions were averaged for the last 50% of the 2000.0 s simulation
and the 100.0 s simulation times, i.e., averaged between 1000.0-2000.0 s and 50.0-100.0
s, respectively. The results are compared to the experimental data given from Ocampo
et al. [5] in Fig. 6.30.

The simulation that ran for 2000.0 s is averaged over a larger time period therefore the

results would provide a better representation of the compositions over this extended
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FIGURE 6.30: Average mole fraction of a) the dominant exiting gases and b) CHy after
100.0 s and 2000.0 s of simulation time.

time period whereas the results from the 100.0 s are not only taken before steady state
has been achieved but averaged over a shorter time period hence reducing the accuracy.
The bar chart shows clear differences between the different simulations. The longer
simulation shows an increase in the CO, Hy and CHy due to the continual build up after
the 100.0 s period of these products from the heterogeneous reactions. The COs and
H>0O, which gave an average mole fraction of 0.2113 for the 100.0 s simulation and 0.2049
for the 2000.0 s, reduces slightly which would be due to the water-gas shift being strongly
influenced by the significant increase in CO and Hy. The results for Ny throughout this
work is given as the remaining composition once the other species had been accounted

for.

6.1.13 Mass variations
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FIGURE 6.31: Mass of a) the char and b) the coal in the reactor during the first 1000.0
s of simulation time.

The mass of the char and coal in the reactor for the first 1000.0 s of the limestone
dominating bed and grid case 11 are given in Fig. 6.31. As expected, the char shows a

gradual decrease as the char gets consumed by heterogeneous reactions. Since the mass
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of the char depends on the consumption of the char through heterogeneous reactions as
well as its production during the devolatilisation process the continual decrease in the
char mass indicates the consumption takes place fast than the production. Therefore
the reactor would eventually run out of char. The coal however increases quite fast at
the beginning of the simulation and levels off gradually. This is due to the coal being
introduced into the reactor at the beginning and building up. As coal degradation takes
place the coal gradually breaks down into its constituents, namely volatiles and char,
reducing the mass of coal leading to total mass levelling out as the reactor becomes

accustomed to the introduction and degradation rates of the total coal in the bed.
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FIGURE 6.32: Mass of a) the complete limestone phase and the mass contribution
from CaCOg3 and b) the contribution of CaO in the reactor during the first 1000.0 s of
simulation time.

The masses of the total limestone, CaCOg and CaO are provided in Fig. 6.32 for the
first 1000.0 s for the limestone dominating bed. The mass of the limestone phase shows
a steady increase which is expected as the bed in continually being supplied limestone
through the fuel inlet at a rate of 0.8 kg/h. The mass of CaCOj is the only component
of the limestone at the beginning of the simulation before limestone calcination takes
place. As the calcination reaction starts converting CaCOg into CaO and CO; there is a
gradual decrease in the mass of CaCQOgz whilst the CaO gradually increases. The graph
of the CaO mass shows a different behaviour at the beginning of the simulation as the
reactor attempts to reach steady state but once steady state appears to be achieved at
around 350.0-400.0 s the CaO increases at what appears to be a steady rate. This time
period agrees well with the results shown previously in Fig. 6.29 also displaying steady

state behaviour for the mole fraction of the exiting gases.

6.2 Three-dimensional modelling

The two-dimensional mesh was extended to a three-dimensional mesh which is the main
focus of this section. A mesh was created using 66243 cells. The cell size in the hori-

zontal direction was taken to be the 0.02 m whilst the vertical direction was set to 0.02
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m replicating the coarser mesh carried out in the two-dimensional modelling, in Sec-
tion 6.1.12, as it was shown to capture the basic bubbling dynamics and little variation
in gaseous compositions. Similarly, the three-dimensional mesh refines the region near
the coal inlet further to a minimum of 0.0004 m horizontally and 0.0008 m vertically
to correctly capture the devolatilisation characteristics near the fuel inlet as the fuel is

introduced.

TABLE 6.5: Operating conditions and experimental results for the 3D BFB gasifier.

Operating Conditions Model 1 Model 2 Model 3 Model 4

Air supply (kg/h) 21.9 17.0 19.4 21.9
Steam supply (kg/h) 4.7 4.7 4.7 4.7
Coal feed (kg/h) 8.0 8.0 8.0 8.0
Limestone feed (kg/h) 0.8 0.8 0.8 0.8
Air and steam

temp at entrance (K) 693.15  686.15  695.15 708.15

Temperature of reactor (K) 1128.15 1085.15 1114.15 1139.15
Experimental results

Hy (%) 8.53 8.84 9.36 7.88
COy (%) 19.31 18.38 14.40 15.60
Ny (%) 60.37  61.10  64.62  64.52
CHy (%) 0.84 1.07 1.34 1.01
CO (%) 1094  10.59 997  10.94

The model was set up as the two-dimensional model only without the inclusion of lime-
stone calcination as the previous results displayed a minimal influence on the gas com-
position results. The same properties for the coal, limestone and char are used and are
given in Table 6.2 however, this section later looks at the modification of the model to
test a different fuel, namely, wood. Therefore an additional biomass phase is introduced.
The wood properties along with the devolatilisation model used are taken from the liter-
ature [114] and given previously in Section 3.3.6. Additional case set ups are carried out
for the three-dimensional models to compare different gaseous inlet velocities and tem-
peratures to further experimental results from the literature [5]. The model conditions

and experimental results are given in Table 6.5.

6.2.1 Gas inlet velocity variation

Three-dimensional models were carried out for models 1, 2, 3 and 4, in Table 6.5, for
10.0 s as simulation times took almost two weeks to reach 10.0 s on 8 processors using a
time step of 0.0005 s. The gas distribution within the four beds are given in Fig. 6.33.
Iso-values for a gaseous volume fraction of 0.8 are visible displaying the presence of the

bubble in their irregular distorted shapes at different positions within the reactor.
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Typical characteristics can be seen in all three models including the formation of gases

Model 1 Model 2 Model 3 Model 4
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FIGURE 6.33: Gaseous volume fraction with a gas volume fraction iso-value of 0.8 for
the four different models.

near the fuel inlet due to the build up of volatile gases, the elongation of bubbles near the
walls, the formation of endogenously formed bubbles resulting from the heterogeneous
reactions at the base of the reactor and the eruption of bubbles at the top of the bed.
The bubbles appear to be larger with increasing height as coalescence takes place -
particularly seen in case 4 of Fig. 6.33 where bubbles are in the process of merging.
Although the velocity of the inlet gases vary the bubbles appear to display similar
bubble diameters. It is hard to determine whether this is just what appears at this
particular instant or whether the bubbles are generally of a similar diameter. However
the inlet velocities do not vary a great deal therefore it can be assumed that the bubble

diameters would be relatively similar.

The instantaneous composition of the individual gaseous species taken averaged from
the outlet for each model is given in Fig. 6.34. The first observation is that the species
CO, COq, Hy and H»O display steady compositions after about 5.0 s whereas CH4 and
tar do not. This is expected because the amount of CH4 and tar present is very small
and continually build up following the devolatilisation process. The tar is building up
due to the devolatilisation alone as it does no participate in any further reactions. On
the other hand, CHy is a reaction of the oxidation reaction (R7) and is the product of
the methanation reaction (R4). However it was shown in Section 6.1.4 that these two
reactions take place very slowly and closer inspection of Fig. 6.34 (d) and (f) shows that
the CH4 and tar graphs look almost identical with regards to the peaks and troughs.
This suggests that regardless of the reactions CHy participates in they are negligible
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as the main contribution to the CHy is the same as that for the tar, namely from the

devolatilisation process.
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FIGURE 6.34: Instantaneous average composition of the individual gaseous species a)
CO, b) COq, c¢) Hy, d) CHy, ) HyO and f) tar for each model.

Model 1 and model 4, in Fig. 6.34, display similar magnitudes which is quite expected
since their model set ups are almost identical except for an increase in bed and inlet
temperatures. Therefore any variation between these two models would be a result

of temperature differences. Figure 6.35 displays the average temperature of the gases
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leaving the reactor over the 10.0 s period and there is a clear difference due to the
initial temperature set ups. The trend that the temperatures show in Fig. 6.35 appear
to replicate the mole fractions of the individual gaseous species in Fig. 6.34. The mole
fractions of CO, He, CHy and tar appear to increase with increasing temperatures whilst
the mole fraction of HyO shows a decrease with increasing temperatures. The reason for
the CH4 and tar increases with increasing temperature is due to the strong temperature
dependence of the devolatilisation model so the higher the bed temperature the faster
the rate of volatile release leading to a faster accumulation of the respective species.
The reason for the increase in mole fraction of CO and Hs and decrease of HoO with
temperature is due to the effects that temperature has on the heterogeneous reactions.
Similarly with the devolatilisation reactions, the heterogeneous reactions are strongly
temperature dependent therefore the reactant of the steam gasification reaction (R2),
H>0O, would be consumed faster leading to the reduction in this species with increasing
temperature. The products of this reaction, CO and Hs, would be produced faster

leading to an increase in their mole fraction with increasing temperature.
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FIGURE 6.35: Instantaneous average gas temperature for each model taken at the exit
of the reactor.

The average mole fraction of CO2 does not show a definitive increase or decrease in mole
fraction with increasing temperature. COg is the product of the dominant combustion
reaction (R1) therefore increasing the temperature would produce CO2 much faster. It
can be seen from Table 6.5 that the ratio of air to steam increases with increasing bed
temperatures therefore with higher temperatures there is more Oo available for con-
sumption through the combustion reaction leading to an increase in CO5. Furthermore,
COg is one of the dominant species of the devolatilisation process therefore CO2 would
also be supplied faster from the fuel inlet. Therefore it would be assumed that the mole
fraction of COg would increase with increasing temperature. This can be seen in the

initial stages of Fig. 6.34 b) however after about 4.0 s the mole fraction for all models
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do not show any distinctive variation between the different models. CO4 is also the
reactant of the Boudouard reaction (R3) so any additional COg with increasing tem-
peratures would promote this reaction leading to an increase in CO, as was observed.
Therefore, whilst CO5 is being produced faster with increasing temperatures is it also

being consumed faster leading to the similar average composition between the models.

Figure 6.35 appears to show a gradual increase in the average temperatures of the gas
leaving the reactor. Table 6.6 provides the temperature increase from the temperatures
taken at the beginning and the end of the 10.0 s simulation. Although the highest
temperature does not have the largest temperature increase the results seems to sug-
gest higher temperatures result in larger temperature increases. This is because an
increase in the temperature would lead to an increase in the water-gas shift reaction
rate. Since this reaction is slightly exothermic increased activity would gradually in-
crease the temperature in the freeboard. The water-gas shift reaction is also dependent
on the concentration of its reactants so a possible reason for the slightly higher increase
in temperature in model 1 compared to model 4 could be due to a distinctive variation
in the mole fraction of the relevant reactants, namely CO, COs, Hy and HsO; between
the two models which is seen in Fig. 6.34.

At around 9.5 s there is a large difference between the mole fractions of CO and Hs

TABLE 6.6: Temperature increases from average temperature taken at the beginning
and at the end of the simulation.

Temperature (K) Model 1 Model 2 Model 3 Model 4

At 0.0 s 1128.15 1085.15 1114.15 1139.15
At 10.0 s 1130.5116  1085.8207 1115.6143  1141.0187
Increase 2.3616 0.6707 1.4643 1.8687

for the two models moreover, model 1 there shows a stronger drop these mole frac-
tion compared to any other previous times. This change in mole fraction would affect
the water-gas shift reaction significantly as the species compete to reach equilibrium
hence accelerating the equilibrium reaction leading to the generation of more exother-
mic heat. This would explain the sudden jump in the instantaneous average temperature
in Fig. 6.35 around this time for model 1 and hence the slight increase in temperature

of this model compared to model 4 at 10.0 s which was seen in Table 6.6.

Since the majority of the species in Fig. 6.34 appear to display steady compositions
after 5.0 s the mole fraction of the exiting gases were averaged over the final 5.0 s
and compared to the relevant experimental data given in the literature [5] in Fig. 6.36.
In all cases the species show similar trends to the experimental results. Model 3 and
model 4 provide close representations of the experimental data for the majority of the
species. As expected CHy is significantly lower in all cases since it continues to increase in
concentration with time as seen previously. The mole fraction of CO3 shows a significant

under prediction for model 1 and model 2. Assumptions have been made on the amount
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of limestone in the bed compared to char, as specific information was not provided in the
literature, therefore this would lead to variations in the predicted results. All the species
underpredict the experimental data which is expected as HoO was found in the simulated
results to constitute the largest fraction of the exiting gases and the information for this
species was not available in the literature for the experimental results, similarly with tar
information. Therefore if this fraction were considered in the experimental data then
the experimental values would decrease which would potentially lead to an improved
in the comparison with the simulated results. For a closer comparison of the average
mole fractions of the species the simulated and experimental data is also provided in
Table 6.7.
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FIGURE 6.36: Average mole fraction of the exiting gases for the four different models.

6.2.2 Fuel variation

The present section looks at the models application to a different fuel, namely wood.
Model 1 is extended further to include an additional biomass phase with three different
ratios. Case 1 - coal only (the results given for Model 1 in Table 6.7; Case 2 - a wood

to coal ratio of 25:75; Case 3 - a wood to coal ratio of 50:50 and Case 4 - wood only.
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TABLE 6.7: Comparison of the simulated and experimental mole fraction of the exiting
gases for the four different models.

CO C02 H2 CH4 N2 HQO Tar
Model 1 0.08503 0.11023 0.04261 0.00006  0.56551  0.19647 0.00009
Experiment 1 0.10940 0.19310 0.08530 0.00840 0.60370 Not given Not given
Model 2 0.06748 0.10906  0.03898 0.00004 0.53538  0.24900 0.00007
Experiment 2 0.10590 0.18380 0.08840 0.01070 0.61100 Not given Not given
Model 3 0.07904  0.10987 0.04230 0.00005 0.55385  0.21480 0.00009
Experiment 3 0.09970 0.14400 0.09630 0.01340 0.64620 Not given Not given
Model 4 0.08919 0.10833  0.04350  0.00006  0.56919  0.18963 0.00010

Experiment 4 0.10940 0.15600 0.07880 0.01010 0.64520 Not given Not given

TABLE 6.8: Operating conditions for the co-gasification modelling in the 3D BFB

gasifier.

Operating Conditions Case 1l Case2 Case3d Cased4
Air supply (kg/h) 21.9 21.9 21.9 21.9
Steam supply (kg/h) 4.7 4.7 4.7 4.7
Coal feed (kg/h) 8.0 6.0 4.0 0.0
Wood feed (kg/h) 0.0 2.0 4.0 8.0
Limestone feed (kg/h) 0.8 0.8 0.8 0.8
Air and steam

temp at entrance (K) 693.15  693.15  693.15  693.15

Temperature of reactor (K) 1128.15 1128.15 1128.15 1128.15

Table 6.8 displays the set up for each case. The properties for the biomass particles are
given in Table 6.9.

TABLE 6.9: Table of Parameters: Biomass properties for 3D modelling.

Biomass

Particle diameter (m) 0.004
Particle density (kg/m?) 585
Specific heat (J/kg K) 2380

Thermal conductivity (W/m K) 0.158

Figure 6.37 displays the gaseous compositions of the species, averaged between the period
5.0 s and 10.0 s, leaving the reactor. The results show that the inclusion of wood into
the reactor influences the compositions of the emissions. Case 4, which models wood
only, shows an increase in all species compared to case 1 which models coal only. Whilst
these increases are only slight in the CO, COs, Ho and H5O species there is a dramatic

increase in the mole fractions of CH4 and tar.
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FIGURE 6.37: Average gas compositions of a) the dominating species and b) CHy for
the four fuel composition cases.

The composition of the devolatilisation gases, given in Table 6.10, shows a larger com-
position of CH4 and COs in the wood gases than in the coal whilst the remaining species
have a lower content. Since the formation of CH4 was shown previously in Section 6.2.1
to primarily develop from the devolatilisation process its increase in mole fraction with
increasing wood content would be due to the significantly higher CH4 content in the
wood. Although the average mole fractions of CO, COy, Hy and HyO show a slight
increase with increasing wood ratio in Fig. 6.37 this trend is not always observed as the
CO and Hs display lower average mole fractions for case 3 compared to case 2. This
would be due to the water-gas shift reaction amending the concentrations as expected.
However regardless of this, there is still a general increase in the average mole fraction
for each of all species with increasing wood content, including the CO and Hs, when
compared with the coal only model. This includes species with lower composition in the
wood compared to coal shown in Table 6.10. This would be due to the volatile content in
wood being higher than coal therefore a larger proportion of the gaseous species would
be released through the wood devolatilisation process which would lead to higher mole

fractions of the gaseous products.

TABLE 6.10: Composition of the different gaseous products released during the de-
volatilisation process for wood and coal.

Fuel CO, CO CH;s; H,; HO

Wood 0.386 0.270 0.056 0.032 0.256
Coal 0.142 0.273 0.028 0.059 0.314
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The average mole fraction of tar shows a dramatic increase with increasing wood content
in Fig. 6.37. This is because the wood devolatilisation model [142] used in the present
model only models the primary stage and does not include tar cracking which further
breaks the tar down into inert tar and additional gaseous compositions. Therefore the
tar produced would be higher than that given in the coal devolatilisation model as the
tar cracking stage would usually be reduced further during the secondary stage. In order
to accommodate for the tar cracking stage an additional inert tar species would need to

be incorporated into the gaseous phase.

6.3 Conclusions

Two-dimensional Eulerian-Eulerian modelling was carried out on a coal bubbling flu-
idised bed gasifier with a char and limestone bed with the introduction of limestone
calcination to determine its impact on the composition of the gases leaving the reactor.
The compositions of the gaseous species were validated with experimental data from the
literature and a full parametric study was carried out to determine different conditions

that impact the exiting gaseous compositions.

The formation of bubbles formed both exogenously and endogenously as a result of the
reaction kinetics were observed. Multiple phases were used for the different bed phases,
char and limestone, and their different material properties led to phase segregation as
lower density char particles were transported not only through the mixing behaviour of
the bed but also within the ascending bubbles. The denser limestone particles descended

to the base of the reactor.

Two different devolatilisation models were compared and both agreed well with the
available experimental data. However after 100.0 s the Kobayashi model displayed steady
conditions whilst the Badzioch model had not. This was down to the inclusion of yield
factors in the Kobayashi model which modifies the volatile release based on the local
temperature. This is not included in the Badzioch model therefore whilst coal particles
would migrate to lower temperature regions the change in volatile yields would not be
correctly accounted for. The Kobayashi model was applied to the remaining calculations
due to its improved adaptability leading to earlier steady state achievement hence a

reduction in computational time and cost.

An investigation into the heterogeneous reactions showed the complete consumption
of oxygen near the air/steam inlet as a result of the dominating combustion reaction.
The remaining gasification heterogeneous reactions took place in different regions of the
reactor depending on the local concentration of the gasifying species. HyO and CO»
dominated the lower region of the bed due to the introduction of HoO and COy being
a product of the combustion reaction. Such species decreased in mole fraction with

increasing height as they got consumed by further reactions. The methanation reaction
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took place higher in the bed after an accumulation of Hy as a product of heterogeneous
reactions and from the devolatilisation process. The homogeneous oxidation reactions
took place near the air/steam inlet where there was O present. Above the bed and in

large gaseous bubbles, the water-gas shift reaction took place.

The mole fraction of the gaseous species were taken at the exit of the reactor over
time and, as expected in lab-scale reactors, fluctuations indicated that the water-gas
shift reactor had not reached equilibrium. The average mole fractions were compared
to experimental results for two different experimental setups. Reasonable results were
achieved however an increase in CO and decrease in CO5 was observed in the models
compared to experimental data. This is due to the present expansion of previous work
to include char in the bed compared to limestone being the dominating bed material
in the experimental reactor. A lower mole fraction of CO9 was observed as its reaction

took place more readily throughout the bed increasing the mole fraction of CO.

Variation of bed height influenced both the water-gas shift reaction and mole fraction
of the products from heterogeneous reactions. A lower bed height provided additional
freeboard space for the gaseous species meaning equilibrium was more attainable. The
composition of the gaseous species showed an increase in the products of heterogeneous
reactions and decrease in their reactants as the bed height increased. This was because
increased bed height allowed for additional char to consume the reactants more effectively
to produce more CO, Hy and CHy.

The temperature distribution within the bed was presented more extensively than pre-
vious CFD models of gasification processes. As seen previously, higher temperatures
were observed in the vicinity of the air/steam inlet as the exothermic combustion of
oxygen took place however reducing the temperature scale displayed varying temper-
atures throughout the bed as a result of the different reactions taking place locally.
The Boudouard and steam gasification reactions are endothermic and their presence
throughout the bed at different rates resulted in temperature reductions. Whereas the
homogeneous reactions including the water-gas shift are exothermic and in regions of
low solid volume fraction, namely, the bubbles, there appeared to be a slight increase in

temperature due to the water-gas shift reaction taking place.

The temperature of the bed was varied and an increase in temperature led to an increase
in the reaction products and decrease in their reactants. This was due to the acceleration
of the reaction rate since the heterogeneous reactions are highly temperature dependent.
Increasing the temperature displayed erratic instantaneous average mole fractions of
the species indicating the water-gas shift reaction was unstable and far from reaching
equilibrium. It was assumed that should the two dominating species in the freeboard be
the reactants on the same side of the water-gas shift reaction then the attainability of

reaching equilibrium would be very difficult. Having dominating species on both sides
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displayed smaller fluctuations in the instantaneous mole fractions leading to an improved

chance of reaching an equilibrium state.

Heat transfer coefficients were introduced on the walls and showed the convective trans-
port of heat within the freeboard affected the average gaseous temperature leaving the
reactor but did not influence the average mole fraction of the gaseous species. Since the
temperature of the particulate bed dominates compared to the convective temperatures
from the walls there would be no variation in bed temperature leading to similar mole

fractions of the heterogeneous products.

Limestone calcination was introduced to a computational fluid dynamic model with
results showing only slight effects. A reason could be the relatively short simulation
time, which does not show the full effects of limestone calcination. However, slight
changes were observed in the gaseous compositions due to the introduction of further
CO2 as a result of limestone decomposition. Its impact affected the water-gas shift

reaction as the species adjust to reach an equilibrium.

Different ratios of coal to limestone volume fractions in the bed were studied and ad-
ditional char led to an increase in the products of heterogeneous reactions, as such
reactions took place more often. Since increased levels of char enabled more heteroge-
neous reactions to take place the reactants, COy and HoO, decreased with increasing
char content. The mole fraction of Os at different heights near the air inlet for the
different char:limestone ratios were analysed showing Oy decreases with height and with

increased char content in the bed.

Two models were carried out for a bed with limestone only, one treating the limestone
as inert whilst the other calcinated. The results showed that after a short period of
time the contribution of additional CO4 through calcination was only small. In addition
to this there were very low gaseous composition of all species as the only char taking
place in heterogeneous reactions was that produced through the devolatilisation process.
Furthermore, the combustion reaction was limited to this region meaning more Oy was
present throughout the bed. Increased Os enabled oxidation homogeneous reactions to
take place near the top of the bed consuming the devolatilisation products and those

produced through the heterogeneous reactions immediately.

The simulations were extended to 2000.0 s using a coarser grid which appropriately
captured the basic bubbling characteristics however a slight loss of accuracy was observed
during the transition from dilute to dense phases. The mole fraction of the exiting
gaseous appeared consistent between fine and coarse grids. Furthermore, the extended
simulations showed steady gaseous compositions were achieved after approximately 400.0
s suggesting that previous coal gasification results obtained both in the present chapter
and in the literature [63, 113] which ran upto 100.0 s were not ran for a sufficient period

of time.



140 Chapter 6 Reaction Modelling

The mass of the solid phases were analysed showing a reduction in char due to heteroge-
neous reaction and an increase in coal which levelled off as the bed became accustomed
to the introduction of fresh coal and the consumption due to the devolatilisation pro-
cesses. The limestone showed a gradual increase due to an inflow of limestone in the fuel
inlet. Its constituents, CaCO3 and CaO, showed a decrease and increase, respectively,

due to the calcination reaction.

Three-dimensional models were also carried out which tested different gas inlet velocities
and temperatures which agreed well with experimental data from the literature. The
model was also changed to incorporate different fuel properties, namely, wood. The sim-
ulations displayed an increase in the average mole fraction of the species with increasing

wood content due to the larger volatile content in wood compared to coal.



Chapter 7

Conclusions

This chapter summises the conclusions that were drawn throughout the thesis and the
novelties made as a result of this work. Finally, suggestions are made for the future
application of this work to the field of fluidisation technologies along with its extension

into further fields of research.

7.1 Conclusions

7.1.1 Hydrodynamic modelling

Two-dimensional and three-dimensional simulations were carried out on a circulating
fluidised bed taken from the literature [2]. A parametric study carried out in the riser
under a bubbling regime considered variations in drag model, coefficients of restitution,
inlet velocity and particle diameter. The transition from a bubbling bed regime to a fast

fluidising regime was observed once the inlet velocity exceeded the terminal velocity.

Bubble sizes increased with height, increasing inlet velocity and particle diameter. Lower
velocities led to a greater collection of particles settling back to the base of the riser.
The results of the variation in coefficient of restitution showed that the particles with
the larger coefficient of restitution, 0.98, displayed reduced particle agglomeration at the
base of the bed as a higher coefficient of restitution conserves more energy during the

collisions of particles resulting in a move active movement of particles.

The complete CFB geometry was simulated for a fast fluidising regime using two drag
models, the Gidaspow and the energy minimisation multiscale (EMMS) model. The
EMMS model correctly predicted the particle clusters which the Gidaspow model was

unable to take into account.

The 3D EMMS models showed the magnitude of the particle velocities agreed fairly well

with the experimental results taken from literature [2]. The 3D Gidaspow results did
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not show the core-annulus structure and over estimated the velocity. This was not only
because of the models inability to capture the correct cluster formation but also a much

coarser grid was used in the 3D model reducing the accuracy.

Improvements were made on the EMMS downflow velocity of the particles at the walls
as the shear on the wall was slightly increased compared to previous simulations in
the literature which imposed a free slip condition. The volume fraction distribution of
particles at different heights showed an increase in the volume fraction at the walls due
to the segregation of particles from the core towards the walls; this further increased
down the bed as the particles descend and accumulate. The 3D results agreed that
higher volume fractions of particles are found at the walls, as seen experimentally and
in the 2D models.

Increasing the airflow to a transitional turbulent state along with the presence of the
secondary inlet affects the flow of particles within the bed to produce an irregular flow

lower down the riser becoming more symmetrical with height.

7.1.2 Heat transfer modelling

Different drag models were compared in a parametric study of two beds with two heat
sourses, i.e., a heated wall and heated tubes. Contour plots comparing drag models
showed very similar features however differences were observed in the local near-wall
region as the different drag models showed different clustering effects at the wall. Higher
particle volume fractions due to clustering resulted in a higher heat transfer due to
improved conduction. It is difficult to distinguish the best drag model since each drag
model varied in heat transfer coefficients and volume fractions for both reactors but the

results were of similar behaviours and magnitudes.

The local heat transfer coefficients for all the drag models in both reactors agreed reason-
ably well with the results obtained in the literature for an effective thermal conductivity
consisting of only a molecular contribution. The results from the kinetic contribution
greatly overestimated the values of the heat transfer coefficients due to the strong influ-
ence that the granular temperature has from the kinetic theory of granular flow. The
heat transfer coefficient reduced with increasing the particle diameter due to an increased

porosity between the compact particles.

Multiple bubble formations occurred due to the partitioning of the bubbles from the
recirculating particle bed back towards the wall. An extended simulation time showed a
gradual decrease in local heat transfer coefficient and multiple bubble formations whilst
the fast inlet was supplying air. This is due to the bed becoming more regular and
the circulating particles partitioning the elongated bubble along the wall. Such results
confirmed that previous simulations in the literature were not run long enough to allow

the flow to fully develop.



Chapter 7 Conclusions 143

Whilst the tube-to-bed reactor displayed similar resemblances in the early stages to
the symmetrical results from the literature extending the simulation time led to a more
asymmetric distribution. Increasing the number of tubes improved the heat transfer due
to the increased heat transfer area and the break up of bubbles to form smaller particle
carrying voidages. Temperature distributions of the particles showed that increasing
the number of tubes increases heat transfer from the tubes to the particles and the flow
around the tubes resulting in an increase in temperature. Increased particle temperature
occurred during the transition from dense particle-laden regions to dilute regions due
to mixing whereas the transition from dilute to dense particle regions led to a local

temperature reduction due to the introduction of new cooler particles.

7.1.3 Reaction modelling

Reaction models were incorporated into a two-dimensional Eulerian-Eulerian model of a
coal bubbling fluidised bed gasifier with a char and limestone bed and the introduction
of limestone calcination to determine the its impact on the composition of the gases
leaving the reactor. Bubbles formed both exogenously and endogenously as a result of
the reaction kinetics. Multiple phases for the bed phases, char and limestone, led to
phase segregation as lower density char particles migrated towards the top of the bed

and the denser limestone particles descended to the base of the reactor.

The average compositions of the gaseous species were validated with experimental data
from the literature and agreed well. The composition of the species in the bed showed
H50 and CO5 dominated the lower region of the bed due to the introduction of HoO and
COg being a product of the combustion reaction which consumed the Os immediately.
These species were consumed further up the bed as opposed to the methanation reaction
took place higher in the bed after an accumulation of Hs as a product of heterogeneous
reactions. The homogeneous oxidation reactions were confined to Oy enriched areas
whilst the water-gas shift reaction dominated the freeboard. Higher temperatures were
observed near the inlet where the exothermic combustion reaction took place whereas
slight temperature increases in bubbles were due to the slightly exothermic water-gas

shift reaction.

A full parametric study looking at the variation of bed height, bed material, bed tem-
perature and heat transfer coefficients from the walls was carried out. The variation of
bed height was seen to influence both the water-gas shift reaction and mole fraction of
the products from heterogeneous reactions as the freeboard space was increased with
lower heights. However, a lower bed height led to less char in the bed leading to an
inefficient consumption of COy and HO through heterogeneous reactions. Increased
char levels in the bed led to an increase in the products of heterogeneous reactions, as
such reactions took place more readily. Increasing bed temperature led to an increase in

the highly temperature dependant heterogeneous reaction rates leading to an increase in
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the reaction products and decrease in their reactants. Finally, heat transfer coefficients
showed negligable effects on the average composition of species leaving the reactor as
the heterogeneous reactions dominated, however the convective transport of heat within

the freeboard affected the average gaseous temperatures leaving the reactor.

Limestone calcination was introduced to a computational fluid dynamic model with re-
sults showing only slight effects due to the relatively short simulation time, which does
not show the full effects of limestone calcination. A bed containing only limestone dis-
played very low gaseous composition of all species since heterogeneous reactions were
confined to the char produced through the devolatilisation process. Increased O3 in the
bed consuming the devolatilisation products and those produced through the heteroge-

neous reactions immediately through oxidation homogeneous reactions.

Extended simulations showed steady gaseous compositions were achieved after approxi-
mately 400.0 s suggesting that previous coal gasification results obtained, which ran up
to 100.0 s, were not run for a sufficient period of time. The masses of the solid phases
over time showed a reduction in char due to heterogeneous reaction and an increase in
coal which levelled off as the bed became accustomed to the introduction of fresh coal
and its consumption during the devolatilisation process. The limestone showed a grad-
ual increase due to an inflow of limestone in the fuel inlet. Its constituents, CaCOg and

CaO, showed a decrease and increase, respectively, as a result of the calcination process.

Three dimensional models were also carried out which tested different gas inlet velocities
and temperatures and agreed well with experimental data from the literature. The model
was also changed to incorporate different fuel properties, namely, wood. The simulations
displayed an increase in the average mole fraction of the species with increasing wood

content due to the larger volatile content in wood compared to coal.

7.2 Summary of contributions

This thesis has presented contributions to the fields of multiphase flow dynamics, heat

transfer and reaction kinetics. The following contributions were made:

e An extensive review was carried out on the coal gasification processes in a lab-
scale bubbling fluidised bed using an Eulerian-Eulerian kinetic theory of granular
flow model with the incorporation of reaction kinetics, via C-subroutines, in the
commerical software ANSYS 12.0. Whilst the use of multiple solid phases displays
improved flow dynamics over previous models an extensive review highlights the
models ability to correctly incorporate variations to the model set up which is
essential for the determination of optimal reactor designs and operating conditions

which will improve performance whilst reducing emissions.
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e The introduction of limestone calcination is an encouraging step forward in the
aim for improved emissions as reagents such as limestone are applied to reactors
to help reduce SOx emissions. The present model can now be expanded further
to include SOx and NOx modelling along with the inclusion of desulphurisation

kinetics.

e The heat transfer from multiple immersed tubes was carried out and highlighted
a number of important factors which were not considered previously. Whilst the
positions of the tubes may be symmetrical, the heterogeneous behaviour of the
bed requires that a complete bed should be modelled over previous symmetrical
beds. Whilst heat transfer has been seen previously to accelerate in particle-laden
regions it was also found in the present work that the heat transfer in the near
regions of immersed tubes was improved in the presence of dilute bubbles where
heated particles were mixed and transported to cooler regions transporting heat
with them. This was also improved with additional tubes where additional heat

sources along with the improved mixing led to improved bed temperatures.

e The transition from a bubbling bed to a fast fluidising bed was captured effectively
using an Eulerian-Eulerian model. The air inlet was varied within the region
of the terminal velocity for different particle properties. The advantage of an
Eulerian-Eulerian model being able to capture this transition means that should
the variation of phase diameters or densities be included in such models due to the
reaction processes, i.e., particle shrinkage, then appropriate inlet velocities can be

chosen to avoid potential entrainment.

7.3 Future work

The developed gasification code can be applied to Eulerian-Eulerian models of both
bubbling and circulating beds. With substantial research being carried out in the ad-
vancement and incorporation of multiscale modelling to circulating fluidised bed tech-
nologies, the inclusion of reaction modelling alongside such models would allow the
simulated gasification process to be carried out in large-scale circulating reactors which
are utilised in industry for the product of energy. The use of sub-grid scale models to
capture the multiple scales observed in circulating beds allows for coarser grids which
means the model can be expanded to include further reactions without influencing the

computational time too much.

The code can be modified easily to consider a vast number of pyrolysis, gasification and
combustion reactions. In the near future the aim is to expand the code to include a
database with a number of available reaction kinetics which also includes SOx and NOx
reactions such that when the code is integrated into the commerical software the user

needs to just choose the relevant reaction rate from the drop down list according to the
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model they are carrying out. This would also include the reaction kinetics for a variety

of fuels including different biomasses, e.g., wood, straw etc.

Computational fluid dynamics is emerging as an important tool in both academic and
industrial research with improvements in the hydrodynamic, heat transfer and reaction
models continuing to be made. Furthermore the continual advancement in computa-
tional performance allows for reduced computational times and expense. The appli-
cation of CFD to the future research of fluidised bed technologies will be vital due to
the expense of experimental modifications compared with preliminary simulations which
could potential determine optimal reactors designs and operating conditions for the im-
provement of energy production and emissions reduction. Finally, the incorporation of
reaction kinetics into Eulerian-Eulerian granular flows could also apply to other fields

other than fluidised bed technologies e.g. biological and medical engineering.
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Momentum Interphase Equations

For the majority of the drag model, unless stated otherwise, the particle Reynolds num-

ber, Re, is calculated as follows:

pods |vs — U
Rey = — ! (A1)
Hg

A.1 The Ergun equation

The frictional pressure drop coefficient for a particle size, ds and particle sphericity, ¢,
was correlated by Ergun [64] for densely packed beds as follows:
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(A.2)

where

Uy = ey (v — vs) (A.3)

Now the friction coefficients between the fluid and the solid are obtained from corre-
lations when the acceleration is negligable. Therefore in a steady state and neglecting
acceleration, gravity and wall friction the following expression is obtain from the gas

momentum balance:

oP

~ €9 — Ky (vg —vs) =0 (A.4)

Comparison of Equation A.2 and Equation A.4 then gives the following drag model
which is only valid for ¢, < 0.8:
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A.2 The Wen-Yu drag function

Unfortunately, fluidised regimes also contain gas rich regions due to bubbles and the gas
above the bed in the freeboards so a model needed to be developed that accounted for
the drag within these regions. The Wen and Yu drag function [19] was developed and
has been widely accepted for £, > 0.8:

3 Es[‘:gpg 17; — Ug‘ B
Ky =7 Cp g g, 2% (A.6)
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where 04
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A.3 The Gidaspow drag function

The Gidaspow drag model [65] is a standard model which has been used for many
fluidised bed simulations and incorporates the two drag models for the dense and dilute

regions of the bed using the models from Ergun [64] and Wen and Yu [19], respectively:

3 €s€glyg vs - Ug‘
Kys = 1 Cp y 5;2'65 fore, > 0.8 (A.8)
S

2 Espg 175 - ;g‘
Ky =150 L9 4 1.75 for e, < 0.8 (A.9)
5gds ds
where
o [1 +0.15 (¢, Re )0~687]
eqRes ' gms

A.4 The Syamlal-O’Brien drag function

Syamlal and O’Brien [68] developed a drag function which was based on a single particle’s
terminal velocity. They considered that under terminal velocity conditions, the drag

force on a particle was equal to its buoyant weight thus determined the following drag

3 R
Kgs =~ Es9Py Cp ( 65)
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function:
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where

cp= (0634 28 Y (A.11)
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The terminal velocity correlation v, of the particles was taken from a correlation for

the velocity and voidage from Garside and Al-Dibouni [152]:
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A.5 The Energy Minimisation Multiscale (EMMS) drag

model

The energy minimisation multiscale (EMMS) approach was developed by Yang et al.
[81] which can identified the different multiple scales present in a circulating fluidised
bed and correctly account for the clustering effects which would not be accounted for in

standard non-filtered drag models:
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A.6 The Hill-Koch-Ladd drag function

Hill et al. [74, 75] developed a drag model based on Lattice-Boltzmann theory which
provided different formulas for the drag function at varying Reynolds numbers and par-
ticle volume fraction. Unfortunately, the transition between the different equations were
very sudden which caused problems with regards to modelling the transitions. There-
fore, Benyahia et al. [73] extended their work further to develop a single formula that
smoothly covers the varying range of Reynolds numbers and volume fraction without

jumps or gaps such that it can be applied to multiphase models:
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The force is defined by:
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Appendix B

Discretisation

Solving flow problems analytically is very difficult due to the complexity and non-
linearity of the governing equations. ANSYS 12.0 is designed to simplify this by separat-
ing the domain into discrete volumes and solving for each individual algebraic equation.

This is known as the finite volume method.

To explain the process of discretisation it is good to start with the general scalar equa-

tion:
0
% + V(o) =V-(IVe) + S (B.1)
SN—— Source term

. Convection term Diffusion term
Transient term

The discretisation of a basic example would be a one-dimensional case for the steady

convection and diffusion terms in the absence of sources:

d(sfu) = % (Fj—i) (B.2)

During the discretisation process, the scalar quantity, ¢ is determined and stored at
each of the grid points P, W and E, which can be seen in Fig. B.1. ANSYS 12.0 would
carry out the calculations, repeat the iterations and adjusts these values accordingly

until convergence has been reached.

Integrating these equations over the control volume in Fig. B.1 gives:

/e d(sf“) do = /w % (r%)m (B.3)

w
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FiGURE B.1: Example of the control volume used in the discretisation process. The
grid points are shown for the storage of the scalar quantity, ¢.

The gradient, d¢/dz, in the diffusion term is calculated using central differencing, e.g.,

through the east face, e, of the control volume in Fig. B.1:

d¢. _ ¢p — op

= B.5

dx 0TpPE (B.5)
The central differencing is applied and the convective mass flux per unit area and the
diffusion conductance is defined at the cell faces as two separate variables, as F' = pu

and D = %, respectively. Therefore, Equation B.4 can be written as:

FeAe¢e - FwAw¢w = DeAe ((bE - ¢P) - DwAe ((bP - (bW) (B6)

and this process will also be applied to the continuity as the flow must satisfy this

condition:

(pud), — (puA), = 0. (B.7)

Since the area of the west and east faces are assumed the same, i.e., A, = A, = A, the

algebraic equations simplify down to:

Fe¢e - Fw¢w =D, (¢E - ¢P) — Dy (¢P - ¢W) (B'8)

and
(pu), = (pu),, = 0. (B.9)

Applying a linear interpolation to the convective terms can determine the cell face values

of ¢ on the west and east faces of the control volume:

_ ¢p+dE

b =2

(B.10)
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and
Therefore, Equation B.8 can now be re-written as:
Fe w
< (9P +98) = = (¢w + ¢p) = De (¢p — ép) = Du (6P — dw) (B.12)

These terms in Equation B.12 can be re-arranged to give the following algebraic equation:

appp = apdp + awdw (B.13)

where the coefficients are represented by:

F, F,
767 AW:Dw+7wa Ap=Ap+Aw + (F. — Fy).

Agp =D, —
Unfortunately, applying a linear interpolation for the convective term in a strongly
convective flow would not identify the flow direction because the value of ¢ is influenced
by the the values on either side of it. An example would be a strong flow from west to
east where central differencing would mean ¢,, is dependent on both ¢y and ¢ p however

there would be a stronger influence from ¢y compared to that at ¢p.

The upwind scheme is a profile that takes the transportiveness of the problem into ac-
count. Where the linear interpolation was applied in Equation B.10 and Equation B.11,
the upwind scheme sets the values of the cell faces, ¢. and ¢,,, according to whether the
flow is in the positive direction of u, > 0 and u,, > 0; or a negative direction of u, < 0

and u,, < 0. In a positive direction the values at the cell faces are given as:

P = ¢p and ¢y = oW (B.14)

and for a flow in the negative direction:

¢e = ¢E and ¢w = ¢P (B15)

Therefore in the positive direction the discretised equation (Equation B.12) now be-

comes:

Fegpp — Fupw = De (g — ¢p) — Dy (6P — dw) (B.16)
and in the negative direction it becomes:

Foop — Fudp = De (0E — ¢p) — Dy (0P — Ow) (B.17)
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As carried out previously for the linear interpolation, these discretised equations can be
manipulated into the algebraic form in Equation B.13. The coefficients of the central
coefficient in the algebraic equation, Ap, is the same as that given in Equation B however

the neighbouring coefficients differ depending on the direction of the flow:

Positive:  Ap = D, Aw = Dy, + F,
Negative: Ap=D.—F, Aw = D,

Which can be written simply as:

Ag = D. +max(0,—F.) Aw = D,, + max(Fy,0)

There are a number of other schemes which can be used examples include the hybrid
scheme, [153] which is a combination of central and upwind differencing schemes; and
the quadratic upwind differencing scheme (QUICK) [154] which is higher order scheme
which minimises numerical errors through the incorporation of additional neighbouring
points. For further information on the different schemes available, the reader is advised

to refer to discussions in the literature [155].
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