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Chapter 1

Introduction

Fuel cells are becoming more and more important for the energy transition [1]. They
can offer clean and stable power compared to other renewable energy conversion
systems such as photovoltaic, wind, etc. Their efficiency can be further improved
when connected to other systems such as gas turbines, steam turbines, etc.

The focus of this master thesis is to evaluate a fuel cell, in particular a solid
oxide fuel cell, combined to a micro gas turbine, as a range extender in a series
hybrid electric vehicle. For this purpose, a complete thermodynamic modelling tool
is developed to predict and compare the performance of various system layouts. The
implementation of the tool is performed with MATLAB language. All chemical and
thermophysical properties of the fluids are obtained through the REFPROP 9.1
package.

Various SOFC modelling methodologies can be found in the literature as de-
scribed by Colpan et al. and Zabihian and Fung ([24] [71]). They notably differ from
the level of details of the modelling. Indeed, the 0D modelling, or macro-modelling is
mainly based on the resolution of the global thermodynamics and electrochemistry
equations. This corresponds to a system modelling level which assesses the connec-
tion of the SOFC to other systems. This is the approach adopted in this work. Three
other types of modelling (1D, 2D and 3D) focus on the simulation of the internal
physics of the SOFC. We can refer them to micro-modelling. They are usually not
implemented in a system point of view because of the complexity of the problem
to solve. In the 1D modelling level, the SOFC is represented as a system with
parameters varying along a single geometrical coordinate, and constant in the two
other dimensions ([11] [12]). In the 2D modelling level, we simply add a dimension
to the equations ([19] [20] [21] [28]). In addition, authors also attempt to combine
micro- and macro-modelling to improve the physics representation ([11] [12]). CFD
modelling, often used in 3D models, is employed to simulate the detailed physics
and be further representative to reality ([42] [43] [65] ). Such models were also used
to compare in details various types of SOFC, e.g. anode- and cathode-supported
SOFC [64].

Multiple combinations of SOFC with gas turbines are described in the literature
[13]. Micro-turbine cycles complexity can vary from simple ones such as the recuper-
ative gas turbine (RGT) to more sophisticated such as the intercooled recuperative
gas turbine (IRGT) or the intercooled recuperative reheat gas turbine (IRReGT)
9].

The layout of this thesis is organized as follows. Chapter 1 describes the tech-
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CHAPTER 1. INTRODUCTION

nology of fuel cells and particularly solid oxide fuel cells, its auxiliary components
and potential combination with gas turbines, as well as research and industrial ap-
plications. Chapter 2 is focused on the description of the physics of a SOFC stack
and its thermodynamic and electrochemistry modelling. Chapter 3 is dedicated to
the understanding and modelling of specific fuel processing inside the stack such as
the anode gas recirculation while considering other improvements in reforming and
water management. As the full SOFC system includes several additional compo-
nents to the SOFC stack and reformer, Chapter 4 is devoted to the modelling of
such auxiliaries. The performance of the full SOFC system is analyzed in Chapter
5. The connection between the SOFC system and the gas turbine is studied in
Chapter 6. Eventually, this work is concluded by a brief technological analysis of
the integration of the system in a series hybrid electrical vehicle in Chapter 7.

1.1 Fuel cell

A fuel cell is a device capable of directly converting a fuel into electricity using an
electrochemical process. It is an open system in which fuel enters at the anode and
air at the cathode. Fuel and air are the reactants. The products are composed of
the unreacted fuel, the remaining air and water.

Hydrogen - B ¥+
3 % ; Air
L —— H2 02 ——
H+
Air
HO = +
Anode Cathode Water
Electrolyte

Figure 1.1: Schema of a fuel cell [41].

The fuel cell is actually the location of two independent reactions. The first one
takes place at the anode and consists of the oxidation of hydrogen.

H, — 2HT +2e” Acid electrolyte

Hy +20H- — 2H50 + 2¢e~ Basic electrolyte (L.1)

The second one takes place at the cathode and corresponds to the reduction of
oxygen.

%02 +2HT +2e — H,0O Acid electrolyte

%02 + H,O+2¢e~ — 20H~ Basic electrolyte (1.2)

2 Delanaye Louis
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The balance equation stands as follows with the reaction being exothermic and
releasing heat.

1
Hy + 502 — HQO + heat

Various fuel cell technologies exist, and differ through notably materials used,
operating temperatures, architectures, conversion efficiencies and fuel. The following
list gives an overview of all the technologies. Fig. 1.2 classifies the technologies in
function of their operating temperature.

AFC . Alkaline Fuel Cell
PEMFC : Polymer Exchange Membrane Fuel Cell
DMFC : Direct Methanol Fuel Cell

DBFC : Direct Biomass Fuel Cell
PAFC : Phosphoric Acid Fuel Cell
MCFC : Molten Carbonate Fuel Cell
SOFC . Solid Oxide Fuel Cell

Low T gh-[odemte T Medium T High T
] AFC
PEMEC
DMFC
DBFC
PAFC
MCFC

SOFC
: Y ! —

0 100 200 600 800 1000 1200 ¢

-
|:| H

il ||

Figure 1.2: Technologies of fuel cells according to their operating temperature [31].

Fuel cells are low pollutant devices, have no moving parts and have low mainte-
nance. They are reliable, induce no noise pollution and yield larger efficiencies than
conventional conversion systems.

1.2 Solid Oxide Fuel Cell

A solid oxide fuel cell (SOFC) is a particular type of fuel cells operating at very high
temperature which makes it suitable for a combination with a gas turbine.

Although, research is also undertaken for SOFC working with protons electrolyte
membranes ([29] [48]), in most SOFC, the electrolyte is permeable to oxygen ions
and not to hydrogen protons, as illustrated in Fig. 1.3. Therefore, anodic and
cathodic reactions are different than Eq. 1.1 and 1.2:
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Anode : Hy+ 0> — HyO+2e”
1
Cathode : 502 +2~ — 0O*

Electric Current

=)

Fuel In l Air In
B e
0"
H2 <=
o | |
Excess Unused
Fuel and Gases
Water |H20 Out
<=
<= =
7 \
Anode | Cathode
Electrolyte

Figure 1.3: Schema of a solid oxide fuel cell [2].

Although its high operating temperature could be seen as a drawback, the SOFC
has nevertheless a lot of advantages in comparison to other fuel cells as summarized
by Duysinx, Job and Zhang et al. ([31] [41] [72]).

e Higher efficiency
Solid oxide fuel cells can reach efficiencies as high as 60% [32].

e Fuel flexibility
Practically all hydrocarbons can be used with SOFC thanks to internal re-
forming. Focus is put on methane in this study.

e Wide power range
Prototypes from 200 W until 1 MW are being developed.

e Less sensible to impurities

Carbon deposition is less an issue in this system thanks to internal reforming.
However, sulphur is an absolute poison for this fuel cell, fuel desulphurization
is required [57].

e No use of platinum

No precious metals such as platinum are required as catalyst thanks to the
high temperatures.

4 Delanaye Louis



CHAPTER 1. INTRODUCTION

Some additional drawbacks are related to the materials which can prove expen-
sive, fragile (ceramic) and prone to corrosion.

Additionally, SOFC can be further classified according to operating temperature,
cell and stack design, type of support, flow configuration and fuel reforming type
[24].

Classification criteria | Types

Operating temperature | Low temperature SOFC (LT-SOFC) (500-650°C)
Intermediate temperature SOFC (IT-SOFC) (650-800°C)
High temperature SOFC (HT-SOFC) (800-1000°C)

Cell and stack design Planar SOFC (flat-planar, radial-planar)

Tubular SOFC (micro-tubular, tubular)
Segmented-in-series SOFC (or integrated-planar SOFC)
Monolithic SOFC

Type of support Self-supporting (anode-, cathode-, electrolyte-supported)
External-supporting (interconnect-, porous substrate supported)
Flow configuration Co-flow
Cross-flow
Counter flow
Fuel reforming type External reforming SOFC (ER-SOFC)

Direct internal reforming SOFC (DIR-SOFC)
Indirect internal reforming SOFC (IIR-SOFC)

Table 1.1: Classification of solid oxide fuel cells [24].

As far as the materials are concerned, they have to sustain high temperatures
while keeping their electrical properties which can represent a difficult challenge.
The SOFC contains four parts : anode, cathode, electrolyte and interconnection
between cells. Each part has a specific purpose [59]:

e Anode :

Anode should have a good electrical conductivity as well as thermal expansion
compatibility and porosity. Nickel is usually employed while mixed with yttria
stabilized zirconia (YSZ) which is also the material of the electrolyte. Mechan-
ical support is sometimes provided by the anode, but other combinations exist
and compared e.g. in Su et al. [64].

e Cathode :

Cathode must have the same characteristics as the anode but essentially porous
to allow oxygen to reach the electrolyte. It is affected by a very oxidizing
environment and hence requires specific materials. The most commonly used
is lanthanum manganite (LaM,,O3) doped with strontium which is referred by
LSM (Lal_xSTanOg).

e Electrolyte :

Electrolyte transfers the oxygen ions from the cathode to the anode. It must
exhibit a high ionic conductivity and no electrical conductivity. The most
suitable material is yttria stabilized zirconia (YSZ).
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e Interconnection :

Interconnection plates must have a 100% electrical conductivity and are ex-
posed to harsh environments at the cathode and the anode, which makes
them very prone to mechanical problems. Research has shown that doped
lanthanum chromite is a suitable material for this purpose. For low operating
temperatures, other alloys such as inconel and stainless steels may be used
which decreases the total cost.

Bianco et al. [7] describes in details problems found in SOFC operations. Specific
difficulties are notably :

e Cycling :

Cycling may be an issue related to inappropriate selection of materials and
interconnections as concluded by Pan et al. [56]. More information about
different types of cycling are found in Hanasaki et al. [35].

e Slow start-up :

Most commercial products and prototypes slowly increase their temperature
until the operating temperature to avoid gradients and stresses. Nevertheless,
research is currently undertaken to increase the start-up speed. For example,
a 200 W SOFC stack was developed by Bossel [8] which is capable of reaching
a temperature of 750°C in less than 5 minutes by using electric heaters.

e Material brittleness :

Most used materials are ceramic based because of the high temperatures. They
are known for their fragile behavior especially under frequent mechanical and
thermal shocks and vibrations. This is the reason why they are more common
for stationary than mobile applications. However, DELPHI is currently devel-
oping an auxiliary power unit for trucks and already has a viable prototype
[50].

e Lifetime :

The lifetime of a SOFC is a critical parameter. It can be shortened by rapid
material degradation, which may impair the return on investment.

1.3 Reforming

Reforming is an import part of the fuel cell system and more specifically with solid
oxide fuel cells. In the latter, the high operating temperature allows to use inter-
nal reforming which can bring several benefits such as a reduction in cost and size.
Different types of reforming are currently available and their advantages are sum-
marized by Liso et al. and Zabihian and Fung ([45] [71]) and analyzed in details by
Barelli et al. [5].

e Steam reforming :

CHy+ H,O = CO + 3H,
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Steam reforming is the most commonly used reforming process. It yields a
high SOFC electrical efficiency since the molar ratio of the production of Ho
versus C'O is the highest among the other reforming techniques. Since it is
endothermic, heat released by the anodic exothermic reaction can be recycled.
However, a major drawback concerns the additional equipment required such
as a heat exchanger or a preheater for the water [63].

e Partial oxydation :

1
CH, + 502 = CO+2H,

Partial oxydation is another type of reforming in which the fuel reacts with
a limited amount of oxygen. It is an exothermic process and produces less
hydrogen than steam reforming. Research is currently undertaken to improve
this technique especially in the reforming of liquid fuels [39].

e Auto-thermal reforming :

Autothermal reforming combines both steam reforming and partial oxydation
to take advantage of their respective benefits. Heavy hydrocarbons are re-
formed using this technique [44].

e Dry reforming :

CHy +COy = 2C0 + 2H,

Dry reforming is characterized by a reaction between a hydrocarbon and car-
bon dioxide. It is interesting from an environmental point of view since it has
the advantage to avoid the use of distilled water for steam reforming or air for
partial oxidation. Despite being promising, it is a complex technology because
of catalyst issues and carbon deposition.

e Tri-reforming :

Tri-reforming combines three reforming processes : steam reforming, partial
oxydation and dry reforming and is attractive because of its potential to form
a large amount of hydrogen [47].

These types of reforming can be external or internal as represented in Fig. 1.4.
In the case of external reforming (a), the reformer is not integrated in the stack.
When the reaction is endothermic, an external source of heat is required. In gen-
eral, it is more often used in large scale stationary systems. Internal reforming can
be categorized as indirect (b) or direct (c¢). In the case of indirect reforming, the
reformer is located in the stack before the anode. Heat released by the exother-
mic anode reaction is directly recycled, which reduces the need for cooling of the
stack. It is simpler and less costly than external reforming but can incur tempera-
ture gradients. Direct internal reforming is simpler than indirect internal reforming
and yields the most efficient systems. Anode integrates catalysts which reform the
fuel. Temperature gradients can also appear. Research is currently limited to re-
forming of methane [22]. Internal reforming allows more efficient systems but faster
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material degradation can sometimes occur. Therefore, some authors recommend a
combination of external and internal reforming [34].

(a) o  Anode comp. (b) HC fuel =
Siitoine! + Steam Anode com 5
Reformer Anode p-
T T | »| Cathode comp. Cathode comp
HC fuel Steam Air Alir
(c) HCfuel __ ™ Anode comp.
+ Steam
Anode
I_> Cathode comp.
Air

Figure 1.4: Schema of external (a), indirect internal (b) and direct internal (c) fuel
reforming [22].

1.4 SOFC and SOFC-GT system

The SOFC system layout is based on a stack, an internal or external reformer, an
afterburner and a preheating system of the reactants with heat exchangers and/or
electric heaters. Fig. 1.5 shows various layouts for a SOFC system with potential
anode and cathode gas recirculation. In household applications, SOFC systems are
developed as CHP boilers.

(a) Exhausl gas

Fuel Reft ( Anode
Vapor @ !
l Electrolyte
Air

Cathode

Exhaust gas
(b) * (©

apor o | Reformer_ ~ Anod ¥ : 3 —
il * — - Fuel Mixer Reformer | /m
L Exhaust gas _l Electrolyte
Al Cathod
ot | e ]

Electrolyte

*

Air [ Preheater | Cathode
Exhaust gas 4w
Exhaust gas
ol
(d) (e) i T
¥ ¥ J Fuel w [ Mixer | [ Reformer | Anode ——
Fuel w [ Mixer = [ Reformer | Anode -+ —
_ CCUOIe
Exhaust gas Electrolyte P
. ) -
| Cathod
o Preheater J L 1 1 o
Exhaust gas ¢mm F'S

Figure 1.5: SOFC-CHP systems with or without exhaust gas recycle [72].

Many SOFC-GT system layouts are found in the literature and are summarized
in Buonomano et al. [13]. Some examples include the IRSOFC-GT layout developed
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by Chan et al. [16] shown in Fig. 1.6, two alternative systems described by Chinda
and Brault [18] shown in Fig. 1.7 and a system based on the research of Calise et al.
[14] shown in Fig. 1.8.

-

Air

_ [0}
b D
w Compressorl "
GT
A B
@ Compressor2
h 4 @ Internal- /;\ ( : )
Reforming > ~ s
) ) SOFC N v
Recuperator| Stack -
L5/
Combustor

Recuperator2

o

@L Exhaust
L

: Recuper;k—r/—> Hot water

A

Figure 1.6: Schema of the IRSOFC-GT cycle developed by Chan et al. [16].

l—» Electrical output

SOFC exhaust
SOFC

Exhaust

Exhaust

Turbine exhaust

(a) Configuration 1.

High mass flow r
stream

ate

Electrical output

GENERATOR

I—b Electrical output

Exhaust
Exhaust,

SOFC

Fuel

H; fuel
(From pump)

Air

SOFC exhaust

Electrical output

B

GENERATOR

Turbine exhaust

(b) Configuration 2.

Figure 1.7: Schema of both configurations developed by Chinda and Brault [18].
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AC  [Air Compressor

GT  |Gas Turbine

FC [Fuel Compressor ‘14

HE |Plate-Fin Heat Exchanger
M [Mixer 13 am
C |Combustor ~  NATURAL GAS
[sonc] == Raforming Sollda R d _@ OB MR N
|Oxide Fuel Cell REFORMER OUTLET
PR [Prereformer CATHODE OUTLET

COMBUSTOR OUTLET
GAS TURBINE OUTLET

HEC [C. flow Heat 17 16 10

12

Figure 1.8: Schema of the SOFC-GT cycle developed by Calise et al. [14].

Buonomano et al. [13] conclude their review paper with the following statements:

Almost all the possible SOFC-GT connections have been investigated in the
literature.

Reforming is mainly done indirect internally but an external pre-reformer is
advised. Steam reforming is the most used reforming process while anode
recirculation is systematically employed.

Control of the connection is very complex, especially at part-load operations
([6] [14] [17] [40]).

Experimental validation in the literature is poor due to the large cost of the
stack. Moreover, these tests show unsatisfactory results in comparison to the
theoretical ones.

Focus should be placed on SOFC stack material improvements and low cost
manufacturing techniques to further permit their commercialization. Only
when these technologies will be widespread and viable, connections shall be
investigated.

1.5 Application

Thousands of patents have been filed to improve all aspects of the solid oxide fuel
cells. Focus is mostly put on the development of the connection to a gas turbine
and on direct internal reforming.

Some actors have already a commercialized product or at least a running pro-

totype. This section summarizes in a non exhaustive list the major actors on the
market. A more detailed list of products and market segments can be found in
Bianco et al. [7].
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Siemens Westinghouse
Mitsubishi Heavy Industries
Elcogen

Bluegen (Solidpower)
Nexceris

Bloom Energy Server
Doosan

Bosh Thermotechnology
Atrex

Ceramatec

Versa Power systems
Delphi

LGFCS

MSRI

Adelan

Table 1.2: Non exhaustive list of market actors [7].

Rolls Royce Fuel Cell Systems

ZTEK Technology
Convion
Elringklinger
Kerafol
Hexis/Viesman
mPower GmBH
Sunfire

Aisin

CCTC

Huatsing Jingkun
MHI

SOFCMAN
ULTRA USSI
Ceres Power

Delanaye Louis
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Chapter 2

SOFC stack modelling

This chapter is devoted to the description of the thermodynamics and electrochem-
istry of the SOFC with the objective to develop a 0D thermodynamic model. It is
mainly based on the theory developed by Winkler [68] with additional inputs from
[16], [18], [23], [24], [30], [47], [71] and [72]. Since this work is essentially theoreti-
cal, we will rely on parameters values found from the literature to obtain a realistic
modelling of the stack.

2.1 Main assumptions

Our focus is to assess the performance of steady-state systems. Additional assump-
tions commonly used in the literature as summarized in Colpan et al. and Zabihian
and Fung ([23] [71]) are the following :

e Steady-state conditions :
A sufficient time has passed to ensure that SOFC operating conditions are
stable.

e [sothermal and uniform temperature :

Inlets and outlets are maintained at the same temperature. This is a reason-
able assumption since temperature gradients could damage the electrolyte and
reduce the efficiency.

e Isopressure and uniform pressure :

Pressure losses inside the SOFC are considered negligible.

e Uniform operating voltage :
Cells have all the same voltage and contribute equally to the stack perfor-
mance.

e Chemical reaction :

One of the main assumptions in the development of the model is the fact that
hydrogen is the only reactant at the reaction site. Similarly, only oxygen takes
part in the reaction. All other gases are inert and only contribute to the partial
pressures of the substances.

12
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e Air composition :
Air is assumed to be only composed of oxygen and nitrogen. Molar percentages
are respectively 21% and 79% and mass percentages are 23% and 77%.

e Fuel composition :

Mixture at anode inlet is only composed of methane, carbon dioxide, car-
bon monoxide, hydrogen, water and no sulphur. A desulfurization process is
assumed to take place outside of the considered system.

e Heat losses to the atmosphere :

They are considered negligible.

e Kinetic and potential energy :

They are considered negligible.

2.2 Electrochemistry

As seen before (Section 1.2), the main reaction which takes place in a SOFC is the
oxidation of hydrogen. In order to derive the partial pressures, an analysis of the
chemical reaction is performed here after.

The reaction in a pure hydrogen and oxygen fuel cell is:

1
Hy + 5 Oy = HyO (2.1)

In general, the mixture present at the anode side is composed of the outlet
gases of the reforming process. In that case, methane (C'H,), water (H20), carbon
monoxide (C'O) and carbon dioxide (C'Oz) are mixed with hydrogen (Hs). The fluid
entering the cathode side is air. Assuming that hydrogen is the only one to react
with oxygen, the oxidation reaction is better described by:

1
H2+CH4+CO+COQ+§ Oy + Ny + HO — CH,+CO+CO9+ Ny + HyO (2.2)

Moreover, hydrogen is never totally consumed before reaching the outlet of the
anode, which is defined by the fuel utilization parameter Uy. Its value is usually
fixed around 70% with steam reforming [66].

Up=1-— Mz .0 (2.3)

mm,.i

Introducing Uy in Eq. 2.2 gives:

1
Osz HQ—FB CH4+’YCO+6COQ+§EOQ+CN2+9H20
— BCHy+7 CO+6 COy+¢ Ny+1 HyO (2.4)

where,

Delanaye Louis 13



CHAPTER 2. SOFC STACK MODELLING

Number of moles of Hs at anode inlet

Number of moles of CH,4 at anode inlet and outlet
Number of moles of CO at anode inlet and outlet
Number of moles of CO, at anode inlet and outlet

Number of moles of Oy needed

)

Number of moles of N, at cathode inlet and outlet
Number of moles of H>O at anode inlet
Number of moles of H,O at anode outlet

DDA =D D

3

In equilibrium, the number of moles of Oy, Ny and H50 can be deduced by:

1 1

e = —aUy

2 2 0.79

n = 0+aUy;

Reorganizing, Eq. 2.4 becomes:
1 10.79
OéUf H2 +B CH4+’}/ CO+9 COQ+ §OéUf OQ+ émaU]v N2 +0 HQO
10.79
—)B CH4+’}/ CO+9 C’Og—i—éman Ny

+ (0 +aU;) H,O (2.5)

2.2.1 Mass flows

In this model, the mass flow of the fuel entering the reformer is fixed. Depending
on different parameters such as length, temperature and pressure, the reformer pro-
duces a mixture of methane (C'H,), carbon dioxide (COs), hydrogen (H,), carbon
monoxide (CO) and water (H20).

The mass flow of oxygen required to have a stoechiometric chemical reaction can
then be evaluated using the mass flow of hydrogen.

The stoechiometric relation means that 1 mole of hydrogen reacts with 0.5 mole
of oxygen. Using the molar masses of both substances, the mass flow of oxygen is
obtained by :

M Mo,

MM Mg, = 32 - Thy, (2.6)

mo, = 2
with,

MMp, = 32 [g/mol
MMy, = 2 [g/mol

In general, pure oxygen is replaced by air at cathode inlet. Assuming the com-
position of air (Section 2.1), the mass flow of air at cathode inlet is then obtained

by:

Meath,i = Mo, + M, = No, - M Mo, + 1y, - MMy, (2.7)

14 Delanaye Louis



CHAPTER 2. SOFC STACK MODELLING

1 10.79
mcathﬂ' 2an O9 + 2 O 210{Uf No
. 1 10.79 _
Meath,i = (éUf - MMop, + §me . MMN2> TV,
. 1 10 79 my
cath,i — =Uy - MM —U . 2
m th, (2 f 2021 - ) MMH2

If an air excess (e) is present, Eq. 2.10 becomes :

10.79

with,

A=1+4e¢

2.2.2 Partial pressures

mH2

1
Hoaths = A+ | =Uyp - MM, ~ U MMy, ) -
Mheath, (2 f 0¥ 5ga1 N2> MMy,

(2.9)

(2.10)

(2.11)

In this model, we assume that the partial pressures are taken at the SOFC outlet as
commonly used in the literature [68]. However, other assumptions could be made

such as partial pressures taken at the inlet or a mixed of inlet and outlet.

definition of the partial pressure is given by:

n;
Pi=Ti Pt = T Dt
Uz

where,
p; . Partial pressure of substance i [kPa]
pe . Total pressure of mixture [kPal
x; : Molar fraction of substance i  [-]
n; : Flow of moles of substance i  [mol/s]
ny : Total flow of moles [mol/s]

2.3 Energy balance of the SOFC

The

(2.12)

Let us define a control volume as represented in Fig. 2.1. Power inputs and outputs

of the SOFC are related through the following balance equation:

Hcath,i + Han,i = L cath,o + Han,o + Pel + QFC’ (213)
where,
Hwth’i . Enthalpy flow at cathode inlet  [W]
H.n; : Enthalpy flow at anode inlet (W]
Heatho : Enthalpy flow at cathode outlet [W]
Huno : Enthalpy flow at anode outlet — [W]
P, . Electric power produced (W]
Qrc : Heat released (W]
Delanaye Louis 15
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QFC € / Pel

Hcath,i Han,i

Figure 2.1: SOFC control volume.

2.3.1 Anode

The outlet gas of the reformer enters the anode inlet. The total enthalpy flow
depends on the mass flow, the composition, the temperature and the pressure inside
the SOFC.

As the hydrogen is the only one to react inside the SOFC, the total enthalpy
flow at the inlet depends on the specific enthalpy of the total mixture and the net
heating value (LHV") of hydrogen.

Han,i = mom,i ' hom,z' + mHQ,i : LHVHQ (214)

At the outlet, the composition has changed as water is produced during the
chemical reaction:

Han,o = man,o : han,o + mHz,o : LHVH2 (215)
The outlet flow of hydrogen is obtained using the fuel utilization (Uy):

My o= (1 —Uy) - 1hp,, (2.16)

2.3.2 Cathode

At the cathode, air is injected at the inlet and oxygen fraction is reduced at the
outlet. The mass flow of oxygen ions crossing the electrolyte is related to the mass

16 Delanaye Louis
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flow of hydrogen present at the anode as seen in Section 2.2.1. The main assumption
is that only the reacting oxygen is transported to the anode side.

The total enthalpy flow of the air at inlet is given by the product between the
mass flow of air and the specific enthalpy of air:

Hcath,i = mcath,i : hcath,i (217)

Similarly, the outlet enthalpy flow of air at cathode is given by:

Hcathp = mcath,o : h'cath,o (218)
The outlet mass flow of air at cathode is the inlet mass flow reduced by the mass

flow of oxygen transferred to the anode side:

mcath,o = mcath,i - mOg (219)

2.4 Electric power and internal heat

The electric power (P,;) and the generated heat (Qr¢) are related to the enthalpy
flows at inlets and outlets by Eq. 2.13. Both electric power and generated heat are
unknown. An expression of the generated heat is developed in this section assuming
a given electric power.

The electric power is the product of the voltage and the current:

Py=V,-I (2.20)

In a fuel cell, the output voltage corresponds to the Nernst voltage reduced by
irreversible losses occurring inside the stack.

2.4.1 Current

The current is proportional to the flow of electrons coming from the oxidation of
hydrogen. The flow of electrons depends on the rate of the oxidation reaction and
consequently on the flow of hydrogen:

I=fg-ec-Na=ng -F=2-ng,-F (2.21)
with,
e. = 1.6021733-107Y [C]
Ny = 6.0221409-10%  [1/mol]
F = 96485.3329 [C/mol]

2.4.2 Voltage

Assuming an ideal gas, the Nernst potential is expressed by:

AGYT) Ry-T
nbel - F nbel - F

Vy = In (K) (2.22)

with,
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AGy : Change in standard free energy of Gibbs [J]
nby : Number of electrons produced during oxidation [-]
K : Equilibrium constant ]

The equilibrium constant depends on the partial pressures of each reactant and
product of Eq. 2.5:

8 5 5 (0528alUs)  (§+alUy)
K — Pcu, Poo *Poo, " Py, ‘Puy0 (2.23)
al; 8 7 s 05aU;  (0.538aly) 4 ’
Pu,” " Pcu, Pco Pco, Po, = " Pn, "PHy0

After simplifications, the following expression is obtained:

alUy

Pry0
K= osat; (2.24)

PH, " Po,

Considering standard free enthalpy variation, the only impacting substance is
water since pure substances as oxygen and hydrogen have a standard energy of
Gibbs of 0. The change in enthalpy is evaluated at standard pressure (1 atm) and
standard temperature (T = 298.15 K). The following value is based on [61]:

AGy(T) = —228.582 kJ /mol (2.25)

2.4.3 Irreversible losses

The output voltage of the fuel cell does not exactly correspond to the Nernst po-
tential. Indeed, irreversible losses decrease the reversible voltage depending on the
current density present in the fuel cell. Three types of losses can be identified : the
actuation losses, the ohmic losses and the concentration losses.

Actuation losses

The actuation losses appear at small current densities when the reactions are initi-
ated because an activation energy barrier is present and must be overcome. When
the circuit is open and current is not flowing, the rates of both reactions are equal.
In that case, the exchange current densities at anode and cathode are equal. The
extra voltage (or energy) called ”activation voltage” shifts the reaction in one way
or another to flow electrons in an external circuit. That specific voltage can be
modelled using the Butler-Volmer equation (Eq. 2.26) [30]:

Ry, -T | .. _ { - l
‘/act = V:zct,a + Vact,c = Ia . |:Sll’1h ! (2 ) Z'(]’a) + sinh ! <2—W)1 (226)

with,
0. : Exchange current density at anode  [A/cm?]
io. : Exchange current density at cathode [A/cm?]

The exchange current densities are calculated using the Arrhenius law [69]. An
experimental validation can be found in [70]:
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i = PHs,0 " PH20,0 cexp [ — Eact,a
R, B - T (2.27)
i = POs,0 ’ cexp | — Eact,c
0,c c D Rm T
with,
Ya,c . Pre-exponential factor at anode or cathode [A/cm?]
FEqet,. @ Activation energies at anode and cathode  [J/mol]

Ohmic losses

Ohmic losses appear due to the internal ionic and electronic resistances in electrolyte,
anode, cathode and interconnections. They depend on the thickness of each item,
on the resistivity of the materials and on temperature. The overvoltage is given by
[69]:

. . B;
%hmZZ'Zﬂj'ij:Z'ZOJ"(SJ'@XP(%) (2.28)

with,
p; : Resistivity of the material [Qcm]
O; : Ohmic loss coefficient [Qcm)]
B; : Ohmic loss coefficient (K
9; : Thickness [cm]

Notice that the contact resistances have been so far neglected which is common
in the literature as explained in Colpan et al. [24].

Concentration losses

As the current density increases inside the fuel cell, the flows of ions and electrons
are more important. Concentration gradients can then appear and induce a loss
in concentration of reactants at the reaction sites. At high current densities, this
concentration can drop to zero and the limiting current density is achieved. The
concentration overvoltage in Eq. 2.29 is calculated using an empirical formulation
validated through experimentation. It corresponds to the sum of the overvoltages
at the anode and the cathode [69]:

‘/conc - ‘/conc,zz + V;:onc,c (229>
Rm -T i PHs0 - {
Veonc.a = —In(1-—- +1In (1—|—+)} 2.30
7 nbel -F |: ( ZL,a) PH30,0 * 1L,a ( )
R, -T i
‘/concc:_m—'l 1—- 2.31
’ 2~nbel-F Il< ZL,c) ( )
with,
ir. : Limiting current density at anode  [A/cm?]
ire : Limiting current density at cathode [A/cm?]
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The limiting current densities also derive from empirical formulations:

2-F -pr,o- Defra

ZL,(I - R% T . 5a
i . 4- *POs0 * Deff,c (2.32)
Le — _
<M) ‘R, -T-6.
Dt

with,

Deyys,. : Effective diffusivity of the anode and the cathode [cm?/s]

Irreversible losses estimate

Irreversible losses (Eq. 2.26, 2.28, 2.29) are estimated as a function of the current
density with parameters values listed in Table 2.1 ([65] [69] [71] [72]) . Much work
is being carried out in the literature to measure and predict more accurately the
values of these parameters such as the effective diffusivity [36].

Activation

Pre-exponential factor (Anode) : 70000  [A/cm?]

Pre-exponential factor (Cathode)  : 70000  [A/cm?]

Activation energy (Anode) : 100000  [J/mol]

Activation energy (Cathode) : 110000  [J/mol]

Ohmic

Ohmic loss coefficient (Anode) :0.00105 [Qcm]

Ohmic loss coefficient (Cathode) :0.00238  [Qcm]
2.994

Ohmic loss coefficient (Electrolyte) : % [Qem]

Thickness (Anode) . 0.05 [cm]

Thickness (Cathode) :0.005 [cm]

Thickness (Electrolyte) :0.004 [cm]

Concentration

Effective diffusivity (Anode) . 0.07 [em? /]

Effective diffusivity (Cathode) : 0.054 [cm? /s

Table 2.1: Irreversible losses parameters.

Fig. 2.2 shows the evolution of the irreversible losses as a function of the current
density inside the fuel cell. As far as the activation losses are concerned, they grow
nearly linearly and are the most predominant losses until high current densities.
Ohmic losses are linear and are the least important. The concentration losses become
non negligible at high current densities due to the important movements of ions and
electrons.

20 Delanaye Louis



CHAPTER 2. SOFC STACK MODELLING
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Figure 2.2: Irreversible losses [V] as a function of the current density [A/cm?] (T =
1173.15 [K], p, = 200 [kPa]).

2.4.4 Output voltage and power

The output voltage is calculated using the Nernst potential and the irreversible
losses. As the losses increase with the current density, the output voltage will thus
decrease.

‘/o - VN - Vact - Vvohm - chonc (233)

Fig 2.3 shows the evolution of the output voltage as a function of the current
density. As expected, it decreases almost linearly because of the predominant ac-
tuation and ohmic losses at low and moderate current densities. At high current
densities, the concentration losses are more important and the voltage drops.

From Eq. 2.20, the electrical power is computed by multiplying the output volt-
age and the current. Similarly, the electric power density is obtained by multiplying
the voltage with the current density:

Pel = V; 1 (234)

Fig 2.4 shows the evolution of the power density with respect to the current
density. The power density reaches a maximum. As shown in Section 2.5, power
density and efficiency have opposite behaviors. Power density and efficiency allows
for a compact system and a reduction of fuel consumption respectively. The choice
thus results from a trade-off and designer objective.
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1.21 -

0.2 |

|
0 0.2 0.4 0.6 0.8 1 1.2
i, [A/em?]

Figure 2.3: Output voltage [V] as function of the current density [A/cm?] (T =
1173.15 [K], p; = 200 [kPa], Uy = 0.7 [-], A = 1.5 [-], mhcn, = 3.2E-4 [kg/s], im0 =
4.95E-4 [kg/s]).

P [W/cm?]
o
~

|
0 0.2 0.4 0.6 0.8 1 1.2
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Figure 2.4: Electric power density [W/cm?] as a function of the current density
[A/em?] (T = 1173.15 [K], pr = 200 [kPa], U; = 0.7 [-], A = 1.5 [-], rhcn, = 3.2E-4
[kg/s], mm,o = 4.95E-4 [kg/s]).

The electric power can also be represented as a function of the current density,
as shown in Fig. 2.5, and is naturally following the curve of the output voltage.
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Figure 2.5: Electric power [W] as a function of the current density [A/cm?] (T
= 1173.15 [K], p, = 200 [kPa], U; = 0.7 [], A = 1.5 [-], mcn, = 3.264 [kg/s],
mm,o = 4.95E-4 [kg/s|).

2.4.5 Internal heat

The chemical reaction happening at the anode side is exothermic, with released heat
denoted Qrc. The latter is related to the electric power using Eq. 2.13:

QFC = Hcath,i + Han,i - Hcath,o - Han,o - Pel (235)

Fig. 2.6 shows the evolution of the generated heat with respect to the current
density. Asseen in Eq. 2.35, the heat generated is a constant minus the total electric
power, which obviously gives an opposite shape than in Fig. 2.5.

2.5 Efficiency

The electrical efficiency of the SOFC is defined as the ratio between the produced
electric power and the energy contained in the fuel entering the SOFC stack. In this
case, we consider the efficiency with the reforming fuel (methane). The low heating
value is taking at 25° C and at 1 atm.

The electric power is obtained by the multiplication of the electric power density
and the area of reaction (A). This area is obtained by dividing the total current of
Eq. 2.21 by the current density.

Pel = Pel * A (236)
with,
Al 2w F
) ?

The evolution of the area is described in Fig. 2.7 using the number of cells
considering the single cell area (Aj..;) to be 100 cm? as an example:
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A= Ncells : Alcell
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Figure 2.6: Generated heat [W] as a function of the current density [A/cm?] (T
= 1173.15 [K], p = 200 [kPa), U; = 0.7 [-], A = 1.5 [}, them, = 3.2E-4 [kg/s],
mm,o = 4.95E-4 [kg/s|).

The number of cells (Fig. 2.7) exponentially decreases with respect to current
density. Notice that the most important constant that defines the electric power
output is the mass flow of hydrogen entering the anode side or, in an analogous way,
the mass flow of methane entering the reformer.

8000
7000
6000

]

5000

ells

© 4000

Nb

3000
2000
1000

0 1 |
0 0.2 0.4 0.6 0.8 1 1.2

i, [A/cm?]

Figure 2.7: Number of cells [-] as a function of the current density [A/cm?] (T
= 1173.15 [K], py = 200 [kPa), U; = 0.7 [-], A = 1.5 [}, them, = 3.2E-4 [kg/s],
o = 4.95E-4 [kg/s]).
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The expression for the efficiency is given by:

= Fa (2.37)
Nsorc = o - LHVon, .
with,
mem,: - Mass flow of methane at the inlet [kg/s]
LHVep, : Net heating value of methane [J/kg]

Fig. 2.8 shows the evolution of the efficiency of the SOFC as a function of the
current density. It follows the same behavior as the output voltage because of the
linear relationship between the power density and the output voltage as seen in Eq.

2.34.
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Figure 2.8: Efficiency [-] as a function of the current density [A/cm?] (T = 1173.15
K], p; = 200 [kPa), U; = 0.7 [-], A = 1.5 [], mhcn, = 3.2B-4 [kg/s], o = 4.95E-4
[ke/s]).

2.6 Influence of operating conditions

In this section, stack performance is analyzed with respect to varying operating
parameters such as temperature, pressure and air excess. Stack performance is
evaluated through output voltage, power density and efficiency as a function of the
current density. The behavior of the number of cells and generated heat is given in
Annex B. The irreversible losses are calculated based on parameter values listed in
Table 2.1.

The reformer performance is taken into account into this analysis. Its modelling
is described in the Chapter 3.
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2.6.1 Temperature

Fig. 2.9 shows the output voltage as a function of the current density for different
temperatures. The Nernst voltage could be slightly affected by increasing tempera-
ture while irreversible losses will decrease especially at high current densities. From
Eq. 2.32, the limiting current densities mostly decrease with increasing tempera-
ture. However, at sufficient low temperatures, the reformer performance is altered
which impacts the partial pressure of reactants at outlet and yield to lower limiting
current densities.

1.2F R

—T=1073.15K
0.2 |—T=1173.15K 7
T=1273.15K
—T=1373.15K
O [ | | | |
0 0.2 0.4 0.6 0.8 1 1.2

i, [A/em?]

Figure 2.9: Output voltage [V] as a function of the current density [A/cm?] for
different temperatures (p; = 200 [kPal, Uy = 0.7 [-], A = 1.5 [-], rhon, = 3.2E4
[kg/s], mm,o = 4.95E-4 [kg/s]).

The electric power density (2.10) exhibits an increasing maximum with increasing
temperature but with a lower limit in current density.

The efficiency is for most of the current densities higher at high temperature.
Nevertheless, it seems that at low current densities, the efficiency increases for lower
temperatures. It is probably due to the fact that the number of cells in Fig B.1 for
the lowest temperatures is far more important than at other temperatures which
results in higher electric power and efficiency. The operation of the SOFC in these
current densities is however not usual.
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Figure 2.10: Electric power density [W] as a function of the current density [A/cm?]
for different temperatures (p; = 200 [kPa|, Uy = 0.7 [-], A = 1.5 [-], then, = 3.2E-4
[kg/s], mu,o = 4.95E-4 [kg/s]).
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Figure 2.11: Efficiency of the SOFC [-] as a function of the current density [A/cm?|
for different temperatures (p, = 200 [kPa|, Uy = 0.7 [-], A = 1.5 [-], then, = 3.2E-4
[kg/s], mHQO = 4.95E-4 [kg/S])

2.6.2 Pressure

The first thing to notice on Fig. 2.12, 2.13 and 2.14 is that increasing the pres-
sure increases the limiting current density, which offers a great advantage from the
compactness point of view.
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Output voltage also increases with increasing pressure most notably at high
current densities (Fig 2.12).

—P=200kPa
0.2 - —P=300kPa il
P=400kPa
—P=500kPa
0 | | | |
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i, [A/em?]

Figure 2.12: Output voltage [V] as a function of the current density [A/cm?] for
different pressures (I" = 1173.15 [K|, Uy = 0.7 [-], A = 1.5 [-], hen, = 3.2E-4 [kg/s],
mH20 = 4.95E-4 [kg/S])

The increase of pressure has a greater impact on maximum power density which
nearly doubles between 200 kPa and 500 kPa (Fig. 2.13) and therefore increases the
compactness of the SOFC.
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Figure 2.13: Electric power density [W/cm?| as a function of the current density
[A/cm?] for different pressures (T' = 1173.15 [K], Uy = 0.7 [-], A = 1.5 [-], then, =
3.2E-4 [kg/s], mu,0 = 4.95E-4 [kg/s]).
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Efficiency similarly behaves as the output voltage and therefore the same con-
clusions can be drawn.

0.6
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Figure 2.14: Efficiency of the SOFC [-] as a function of the current density [A/cm?
for different pressures (7' = 1173.15 [K], Uy = 0.7 [-], A = 1.5 [-], rhon, = 3.2E4
[kg/s], mm,o = 4.95E-4 [kg/s]).

2.6.3 Air excess

Fig. 2.15, 2.16 and 2.17 show the evolution of output voltage, electric power density
and efficiency with respect to air excess. For all, the air excess does not appear to
be a critical parameter.
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Figure 2.15: Output voltage [V] as a function of the current density [A/cm?] for
different air excesses (I" = 1173.15 [K], ps = 200 [kPal, Uy = 0.7 [-], rhcn, = 3.2E-4
[kg/s], mmp,o = 4.95E-4 [kg/s]).
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Figure 2.16: Electric power density [W/cm?| as a function of the current density
[A/cm?] for different air excesses (T' = 1173.15 [K], pr = 200 [kPa], Uy = 0.7 [],
e, = 3.2E-4 [kg/s], o = 4.95E-4 [kg/s]).
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Figure 2.17: Efficiency of the SOFC [-] as a function of the current density [A/cm?
for different air excesses (1" = 1173.15 [K], p = 200 [kPal, U; = 0.7 [-], rhcn, = 3.2E-
4 [kg/s|, mm,o = 4.95E-4 [kg/s|).
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Chapter 3

Fuel processing

This chapter is dedicated to the understanding and modelling of specific fuel pro-
cessing inside the stack such as the anode gas recirculation while considering other
improvements in reforming and water management.

3.1 Reforming

In this work, we assume that the reforming is indirect internal with a steam reforming
reaction since it is proving to be the most efficient and relatively easy to implement
in a stack (see Section 3.1).

The implementation of the reforming model follows the 1D model developed by
Hester [37] which solves equations commonly used in the literature ([60] [25] [26]
[52] [15] [73]).

The objective is to simulate the steam reforming of methane using two reactions:
the steam reforming and the water gas shift. The model is based on mass and energy
balances as well as kinetics of the combined reactions computed along the reactor
length.

e Steam reforming (SR):

e Water gas shift (WGS) equilibrium:

e Global reforming reaction (GR):

CH4 + 2HQO = COQ -+ 4H2 AHQQS =165 kJ/mol (33)
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3.1.1 Reformer mathematical model

e Molar composition :

The kinetics of the equations are based on the rates of formation of each
substance which depend on the rates of each reaction described above.

Rcr, = —Rsr— Rgr

Rco, = Rwas+ Rar

RH2 = 3Rsr+ Rwas + 4Rar (34)
Rco = Rsg— Rgr

Ru,0o = —Rsrp— Rwas — 2Rgr

The rates of reaction are given by:

R — ki-ex i El . bcHy * PHO — p:;)-[Z - Pco

. VPR, T exp (F50 1 30.144)

Pco  PH,0 — PH, * PCO

R = k . — 3 . 2 2 2

e s ( Ry, - T) exp (420 — 4.036)
Ron = ky-oxp(—=22). P, - Phyo — Phy - Poos

o 2 Ry -T) exp (250 4 30.144) - exp (4420 — 4.036)

(3.5)

with the corresponding parameters,

k, = 5.19E9  [MPa2
ky = 99E3 [

ks = 1.32E10 [MPa2
E, = 257.01E3 [kJ/mol]
E, = 89.23E3  [kJ/mol]
E; = 236.7E3  [kJ/mol]

The rates of reaction are further integrated along the span s (length of the
reformer) to obtain the mass flows:

d’flCH4 -ds = (1 — b) * Peat * RCH4 A
dhco2 . dS = (1 — b) * Peat * R002 . A
dng, -ds = (1—=10)" peat - R, - A (3.6)
dhco'ds = (1—b) ‘Pcat'RCO'A
dnp,o - ds = (1=10)+ peat - R0 - A
with,

Porosity b = 04[]

Molar concentration of catalyst : pee = 1870 [mol/dm?]

Area of the reformer A =1 [dm?]

Fig 3.1 shows the evolution of the composition of the fluid as a function of the
length of the reformer. The inputs are 0.02 mol/s of methane and 0.04 mol/s
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of water at 900°C and 200 kPa. The length of the span abviously influences
the output composition.

0.07
—CH4
—C02
0.06 - H2 |
—CO
0.05 ~ HeO
@
5 0.04 - |
£ \
2003+ .
™

0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8 0.9 1
s [dm]

Figure 3.1: Composition of the fluid [mol/s| along the reformer span [dm] (7" =
1173.15 [K], p; = 200 [kPal, e, = 3.2E-4 [kg/s|, mu,0 = 7.2E-4 [kg/s]).

e Operating temperature of the reformer

The temperature evolution along the span is obtained by energy balance:

(1 —=0) - peat - (—AHsgr - Rsp — AHwes - Rwas - AHgr - Rar)

dT"-ds =
Cp - Pgas -V
(3.7)
with,

Heat capacity of the gas : ¢, = 04 10- kJ/(kg- K)
Density of the gas L Pgas = 0.2 [kg/m?]

Volume flow LV = f“'i—:’”'T [m3/s]

Enthalpy change of SR : AHgg = 206 [kJ /mol]

Enthalpy change of WGS : AHwygs = —41 [kJ/mol]

Enthalpy change of GR : AHgr = 165 [kJ /mol]

The steam reforming reaction is endothermic hence temperature decreases
along the length as shown in Fig 3.2.
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Figure 3.2: Temperature of the fluid [°C] along the reformer span [dm] (7" = 900°C,
pr = 200 kPa, mep, = 3.2E-4 [kg/s|, mm,o = 7.2E-4 [kg/s]).

In the case of internal reforming, heat is directly transferred from the anode
reaction site to the reforming site. It is assumed that the temperature along
the reformer span is constant and equal to that of the SOFC stack operating
temperature and that no temperature gradients are present. This requires a
proper design of the SOFC stack.

e Operating pressure of the reformer :

No pressure losses are considered in the reformer.

3.1.2 Influence of operating conditions

The optimization of the reformer is important since it produces the hydrogen nec-
essary for the anode side reaction.

Water /methane ratio

The amount of water introduced at the inlet of the reformer significantly influences
the reaction rates. The conversion ratio can be optimized to maximize the product
flow of hydrogen which ensures the best efficiency of the fuel cell.

The conversion ratio is defined by:

NCHyi — NCH,,
Cr = S 1.9 (3.8)
NCHy i

The objective is to obtain a conversion ratio of minimum 95% by increasing step
by step the amount of water introduced at the inlet. Therefore, a convergence loop
(Fig. 3.4) is implemented which seeks the appropriate amount of inlet water.
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Fig. 3.3 shows the evolution of the conversion ratio as a function of the water
input. It can be seen that increasing the operating temperature allows to decrease
the amount of water required to maximize the value of the conversion ratio.

1+
0.8 1
ke
@
c 0.6 ]
ke
o
]
£0.4 1
Q
O
—1073.15K
0.2 —1173.15K]
1273.15K
—95%
0 | | | | | | | | [
0 05 1 1.5 2 25 3 35 4 45 5

Ratio H,O/fuel [-]

Figure 3.3: Conversion of the methane in hydrogen [-] as a function of the water input

[kg/s] for different temperatures [K] (s = 10 [em], p; = 200 [kPa], ey, = 3.2E-4
[ke/s]).

Define all parameters (T, py, Define targeted conversion
s, etc.) ratio (CR target)
[ Initial guess for mass flow ]

( Run reformer model )(—\

Compute conversion ratio
(Cr)

[ Compare Cr to CR target ]

If CR > CR target

If Cr < CR,target :
Increase mass
flow of water

Figure 3.4: Flowchart of the conversion ratio optimization loop.
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Span

The span influences the output composition of the reformer as seen in Fig. 3.1.
Fig 3.5 shows the evolution of the outlet flow of hydrogen as a function of the span
length. It can be seen that the flow can be increased significantly by increasing the
span but reaches an asymptote.

SOFC operating Temperature

Fig 3.6 shows the outlet mass flow of hydrogen for different uniform reformer temper-
atures. The interesting SOFC interval of operating temperature is between 800°C
and 1000°C. The reformer is then working close to its optimum.

Pressure

The shape observed in Fig 3.7 is similar to the one of Fig. 3.5. The same conclusions
can thus be formulated. A minimum pressure allows to have a good outlet flow but
increasing the pressure does not lead to a significant increase in hydrogen conversion.

0.064

0.062 - |

0.06 |

[aV)

H, [mol/s]

0.058 - .

0.056 - 7

0.054 ‘ ‘ ‘ ‘ ‘
0 0.5 1.5 2 25 3

s [dm]

—

Figure 3.5: Outlet mass flow of hydrogen [mol/s] for different span lengths [dm] (T’
= 1173.15 [K], p, = 200 [kPa], rhcy, = 3.2E-4 [kg/s], mg,0 = 7.2E-4 [kg/s]).
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Figure 3.6: Outlet mass flow of hydrogen [mol/s] for different reformer temperatures
°C] (s = 10 [cm], p; = 200 [kPa|, mcn, = 3.2E-4 [kg/s|, mm,o = 7.2E-4 [kg/s]).
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Figure 3.7: Outlet mass flow of hydrogen [mol/s] for different reformer pressures
[MPa| (7" = 1173.15 [K], s = 10 [cm], them, = 3.2E-4 [kg/s], mm,0 = 7.2E-4 [kg/s]).

3.1.3 Concluding remarks

As the temperature and pressure are fixed by the SOFC, no control is possible on
these variables. Nevertheless, Fig. 3.6 and Fig. 3.7 have shown that the interval of
SOFC operating temperature and pressure allow the reformer to work close to its
optimal point. Regarding the span effect, it can be tuned while taking into account
the SOFC design and the constraint of the vehicle size. It is fixed to 10 cm in the
simulations further performed in this work.
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3.2 Water recirculation

Limiting the amount of water to be heated for the steam reforming process reduces
the energy input in the system which improves efficiency. The ratio of water to fuel
should exceed 1 (Fig. 3.3) to yield a good conversion ratio. Recycling of the water
produced by the SOFC at its anode shall be therefore useful which is illustrated in
Fig. 3.8. We however account for an extra 10% of the total mass flow of water (see
Section 3.1.1) to ensure that there is always water inside the SOFC. That extra water
amount has been randomly fixed but can be tuned to reach the desired behavior.
Such recirculation has been implemented in our modelling tool (Fig. 3.9) through
a convergence loop which allows than to obtain the recirculation ratio to reach the
objective.

IDel
CH4 + C02 + H2
02+ Na +CO + H,0
N )
SOFC Hy0
REF
CH4 H20

Figure 3.8: Illustration of water recirculation.

The total mass flow of water required, which is an output of the convergence
loop of Section 3.1.1, is decomposed into a recycled and a non-recycled part:

mHgO,i = mHgO,rec + mHgO,nonfrec (39)

Let us define the water recirculation ratio (Rg) as the percentage of water recy-
cled from the anode outlet:

Rp = TMHz0 rec (3.10)

mHz0,0

The non-recycled mass flow is fixed to 10% of the total mass flow while the
recycled mass flow corresponds to the recirculation ratio (Rg) times the flow of
water at the outlet of the SOFC.

Mu,0, = Br - Mu,00+ 0.1 1mp,0, (3.11)

The recirculation ratio can then be determined to match the 10%.

045 — 0.1 - 1o,
Ry = 1120, 20, (3.12)

mHQO,o
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A high recirculation of water will reduce the amount of external water to heat up
which will improve efficiency. The following example! assumes a 10% of non-recycled
water and a required total mass flow of water of 4.95E-4 kg/s to be injected in the
reformer. The recirculation ratio is calculated and is equal to 52% of the output
mass flow. The mass flow that has to be added is then equal to 4.5752E-5 kg/s.
Table 3.1 shows the required power to heat up the water from 298.15 K until 1173.15
K at 200 [kPa] without recirculation (rmy,o0 = 4.95E-4 [kg/s|) and with recirculation
(mm,o = 4.5752E-5 [kg/s]). It can be seen that the power required is decreased by
about 90%.

| No recirculation | With recirculation (52%)
Power [W] | 2125 | 196

Table 3.1: Power required to heat water from 298.15 [K] until 1173.15 [K] at 200
[kPa] with no recirculation and with recirculation (52%).

igs Ay CR,target etc.) (RNR

\/

Initial guess for recycled ratio
(RRr)

[Deﬂne all parameters (T, pt] [ Define non-recycled ratio ]

' D

Conversion ratio iterative
loop (see Sect. 3.1.2)

Run SOFC model [

7
\

,—

Check Eq. 3.12 ]

( If Eq. satisfied ] If Eq. not satisfied :
Increase Rg

End

Figure 3.9: Flowchart of water recirculation.

!Simulation parameters are : T = 1173.15 [K], p; = 200 [kPa], Uf = 0.7 [], A = 1.5 [-],
m0H4 = 3.2E14 [kg/s]

Delanaye Louis 39



CHAPTER 3. FUEL PROCESSING

3.3 Anode gas recirculation

Anode gas recirculation is interesting for several reasons [58]. On one hand, it is
required for water recycling. Indeed, it would be very difficult to separate the water
from the outlet anode gas. On the other hand, since anode exhaust gas still contains
fuel, it is useful to reuse it to reduce the amount of fuel injected in the reformer as
well as to limit additional post combustion in the after burner. This is especially
important in the combination of an SOFC with a gas turbine since the inlet turbine
temperature must be limited due to material constraints. More fuel in the combustor
means extra air to be compressed which impacts global efficiency. This effect will
be further discussed in Chapter 6.

Anode gas recirculation is implemented in a similar way to water recirculation
except that the anode gas recirculation ratio is imposed as an input parameter.
Details on the simulation model and principles are given in Annex A.

Fig 3.10 illustrates the recirculation happening inside the SOFC. We assume
that an ejector is implemented to actually perform the recirculation. An ejector is
a device capable of sucking the outlet gas from the anode to redirect part of that
flow into the reformer inlet using the venturi effect. Fig 3.11 illustrates the position
of the ejector inside a SOFC system. It is represented by a suction chamber, a
mixing chamber and a diffuser (Fig. 3.12) and its performance is mainly influenced
by operating temperature, pressure and fluids. Its modelling can be found in the
literature but was not implemented in this model ([46] [67]).

CH4 + C02 + H2

Oz + N +CO + H,0

J

SOFC

CH4 + COZ + H2
+CO + Hy0

REF

/Eiec

CH4 H20

Figure 3.10: Tllustration of the recirculation of the anode exhaust gas.
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Figure 3.11: Illustration of an SOFC combined with an ejector [4].

Suction chamber ~ Mixing chamber Diffuser
1, 2 " 3 "
Nozzle 7
A =
_—

Y

) th

Figure 3.12: Schema of an ejector [67].

3.3.1 Application

In this section, we compare the performance of a SOFC stack with and without anode
recirculation as presented in Chapter 2. The recirculation ratio (Rg) is considered

equal to 0.7 which is a feasible value according to [55].

Fig. 3.13 and 3.14 clearly show that recirculation has a negative effect on output
voltage and electric power density which is more prominent at larger current densi-
ties. This is explained by a lower molar concentration of hydrogen in the anode gas
inlet in the case of recirculation as presented in Table 3.2. Recirculation also yields
a lower limiting current density.

Delanaye Louis

41



CHAPTER 3. FUEL PROCESSING

Molar concentration [%] ‘ CH, CO, H, CcO H,O
No recirculation 1.1031 1.8091 68.5841 20.4492 8.0545
With recirculation 0.8241 3.4136 60.6097 23.4660 11.6866

Table 3.2: Composition of the inlet anode gas [%] with and without recirculation (Rg
= 0.7 [], T = 1173.15 [K], p; = 200 [kPa], Uy = 0.7 [-], A = 1.5 [-], mcn, = 3.2E-4
[kg/S], mH2O’NR = 4.95E-4 [kg/S], mHgO,R = 6.68E-4 [kg/S])

On the contrary, Fig. 3.15 shows an important increase for the efficiency. Indeed,
considering its definition as:

I
Nsorc = - l (3.13)

mc Hy LH VCH4
The same electrical power output is obtained with a lower input of methane
according to Table 3.3 which increases efficiency.

| e, [ke/s]
No recirculation 3.2E-4
With recirculation 2.544E-4

Table 3.3: Mass flow of methane [kg/s] to obtain two corresponding electric powers
with and without recirculation (Rr = 0.7 [-], T = 1173.15 [K], pr = 200 [kPa|, U
=0.7[[], A = 1.5 [-]).

For the sake of completion, the evolution of the number of cells and generated
heat as a function of the current density are listed in Appendix C.

1.21 -

0.8 |

00.67 4
>

0.4+ .

|
0 0.2 0.4 0.6 0.8 1 1.2
i, [A/em?]

Figure 3.13: Output voltage [V] as a function of the current density [A/cm?] with
recirculation and without recirculation at the anode. (Rgr = 0.7 [-], T'= 1173.15 [K],
Pt = 200 [kPa], Uf =0.7 H, A=1.5 H, mCH4 = 3.2E-4 [kg/S], mHZO’NR = 4.95E-4
[kg/S], mH2O,R = 6.68E-4 [kg/S])
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Figure 3.14: Power density [W/cm?] as a function of the current density [A/cm?|
with recirculation and without recirculation at the anode. (Rgr =0.7 [-], T'=1173.15
K], pr = 200 [kPa), U = 0.7 [-], A = 1.5 [-], ricn, = 3.2E-4 [ke/s], ok = 4.95E-
4 [kg/s|, mm,0.r = 6.68E-4 [kg/s]).
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Figure 3.15: Efficiency of the SOFC [-] as a function of the current density [A/cm?
with recirculation and without recirculation at the anode. (Rg =0.7 [-], T'=1173.15
K], p; = 200 [kPa], Uy = 0.7 [], A = 1.5 [-], ricn, = 3.2E-4 [kg/s], mmo.ng = 4.95E-
4 [kg/S], mHgO,R = 6.68E-4 [kg/S])
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Chapter 4

Auxiliaries modelling

In addition to the stack and reformer, an SOFC system also involves additional
components such as compressors, turbines, heat exchangers, bypasses, filters, etc.
In this chapter, we will detail the modelling aspects of these extra components. Since
the thermophysical properties are computed using REFPROP, a generic notation,
RP(X,Y), is used throughout this chapter to denote a REFPROP function call
retrieving a particular thermodynamic property value based on two variables.

4.1 Compressor and pump

A compressor is a device capable of increasing the energy contained in the fluid by
compression. We use a basic modelling approach only using isentropic efficiency and
fixed compression ratio. In a further development of the model, performance maps
relating efficiency and pressure ratio with respect to rotation speed and mass flows
could be used [38].

e Inputs :
Inlet temperature T K]
Inlet pressure . pi o |kPa]
Mass flow :omo [kg/s]
Compression ratio corp [
Isentropic efficiency D Mis |
Composition of the fluid : C []
e (Calculations :
Inlet enthalpy . hi = RP(T;,p;) [J/kg]
Inlet entropy . s; = RP(T;,p;) [J/kg-K]
Outlet pressure L Do =Tp"Di [kPa
Isentropic outlet enthalpy : his, = RP(po,s:)  [J/kg]
15,0 — hi
Outlet enthalpy : he =hi + ——— [J/kg]
Nis

e Outputs :
Power : P.,=m-(h,—h;) [W]

No leakage is assumed through the compressor.
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Legend :

Figure 4.1: Compressor and pump model.

4.2 Turbine

A turbine extracts energy from the fluid by expansion. A basic model is devised
similarly to the compressor. Again, the modelling could be improved by using
performance maps.

e Inputs :
Inlet temperature T, [K]
Inlet pressure o pi |[kPal
Mass flow m [kg/s]
Expansion ratio oy [
Isentropic efficiency D omis [
Composition of the fluid ]
e (Calculations :
Inlet enthalpy : hi = RP(T;,p;) [J/kg]
Inlet entropy . s; = RP(T;,p;) [J/kg-K]
Outlet pressure D Do = bi [kPal
Tp
Isentropic outlet enthalpy : his, = RP(po, S;) [J/kg]
Outlet enthalpy : he = hi+ (hiso — hi) -mis  [J/kg]
e Outputs :

Power : P, =m-(h;—h,) [W]

No leakage is assumed through the turbine.

Legend :

Figure 4.2: Turbine model.
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4.3 Heat exchanger

The model of the heat exchanger is based on its pressure losses and its thermal effi-
ciency. The pressure losses are supposed independent of the mass flow and identical
for both fluids. The cold fluid at the inlet corresponds to the index 1 while the hot
fluid at the inlet corresponds to the index 2.

e Inputs :

Inlet temperature of cold fluid : T;, (K]

Inlet temperature of hot fluid : Tio (K]

Inlet pressure of cold fluid D Din [kPa

Inlet pressure of hot fluid D Di2 [kPa

Mass flow of cold fluid Doy kg /s]

Mass flow of hot fluid ) [kg/s|

Efficiency tm -]

Pressure loss . AP [kPa]

Fluid with lowest energy change : 1 or 2

Composition of cold fluid Gy -]

Composition of hot fluid : Oy -]

e (Calculations :
Inlet enthalpy of cold fluid : hiy=RP(T;1,pi1) [J/kg]
Inlet enthalpy of hot fluid : hizs=RP(T;2,pi2) [J/kg]
Outlet pressure of cold fluid D Po1 =pi1 — AP [kPa]
Outlet pressure of hot fluid  Do2 =Dia — AP [kPa
Maximum enthalpy of cold fluid : hy,,1 = RP(T;2,pi2) [J/kg]
Minimum enthalpy of hot fluid  : A0 = RP(T;1,pi1) [J/kg]
Minimum energy : Qmin = m1/2 : ||hi,1/2 - hm,l/?“ [W]
Energy exchanged 0 Qezen =1 Quin (W]
Outlet enthalpy of cold fluid g, = iy + < [J/kg]
1
Outlet enthalpy of hot fluid t hoo =hio— Q;jm [J/kg]
2

e Outputs :

Outlet temperature of cold fluid : 7,1 = RP(poi,ho1) [K]
Outlet temperature of hot fluid : T, = RP(po2, ho2) [K]
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Legend :

Figure 4.3: Heat exchanger model.

4.3.1 Vaporizer

Vaporization of water is required by the reformer which happens in the vaporizer
component. The objective is to predict the outlet temperatures and to compute the
required power to vaporize the water. No overheating is implemented.

e Inputs :

Inlet temperature of water
Inlet temperature of hot fluid
Inlet pressure of water

Inlet pressure of hot fluid

Quality of water at boiling temperature

Pressure loss

Mass flow of water
Mass flow of hot fluid
Composition of water
Composition of hot fluid

e Calculations :

e

p=

Inlet enthalpy of water hii = RP(T;1,pi1) [J/kg]

Outlet pressure of water Do1 = Din — AP [kPa]

Outlet pressure of hot fluid Do2 = Dia — AP [kPa

Boiling temperature of water Toap1 = RP(po1,w) (K]

Enthalpy at boiling temperature hyapy = RP(po1,w) [J/kg]

Energy required to vaporize the water Quap = 11+ (hyap1 — hi1) [W]

Outlet enthalpy of hot fluid hoo = hia — Q_vap [J/kg]

ma
e Outputs :
Outlet temperature of hot fluid To2 = RP(po2,ho2) [K]
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Legend :

Figure 4.4: Vaporizer model.

4.3.2 Intercooler

An intercooler is required for the IRReGT cycle to cool down compressed air between
the two compression stages which decreases the work of the second compressor. The
temperature of the fluid entering the second compressor, the AT of the cooling
water and the efficiency are fixed. The mass flow of the cooling water can then be

calculated.

e Inputs :

Inlet temperature of water
Inlet temperature of hot fluid

Inlet pressure of water

Inlet pressure of hot fluid
Outlet temperature of water
Outlet temperature of hot fluid

Mass flow of hot fluid
Efficiency

Pressure loss
Composition of water

Composition of hot fluid

e (Calculations :

Inlet enthalpy of water

Inlet enthalpy of hot fluid

Outlet pressure of water

Outlet pressure of hot fluid

Outlet enthalpy of water

Outlet enthalpy of hot fluid
Energy needed to cool the hot fluid

Real energy

hz’,l = RP(Ti,bpi,l)
hi,2 = RP(Ti,%Pi,z)
Po1 = Pi1 — AP
DPo2 = Pi2 — AP
ho,l = RP(T0717PO,1)
hO,Q = RP(TO,27PO,2)

Qneed = mZ : (hfi,Q -
d
Qreal = ==
n

ho,Z)

48
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e Outputs :

Legend :

Mass flow of water needed

my =

Qreal
h’o,l - hi,l

[kg/s]

Figure 4.5: Intercooler model.

4.4 Bypass and mixer

A bypass separates the flow in multiple streams. However, we assume no additional
pressure loss. Both outlets have the same thermodynamic properties (temperature,
pressure, enthalpy, etc) as the inlet. The opening of the bypass determines the mass
flows of the outlet streams which is denoted .

A mixer is considered as a device with two inlets and one outlet. It is assumed
that both fluids entering the box are perfectly mixed when exiting. No pressure loss

is assumed.

e Inputs :

e Outputs :

Inlet temperature of fluid 1
Inlet temperature of fluid 2
Inlet pressure of fluid 1
Inlet pressure of fluid 2
Mass flow of fluid 1

Mass flow of fluid 2
Composition of fluid 1
Composition of fluid 2

T
Ty
4
b2
my
u
C
Cy

Conservation of mass

Temperature of outlet fluid

Pressure of outlet fluid

Composition of outlet fluid

m:z, = m1 + m2 [kg/S]
T, -7 TS -1
T, = 1m1Ti‘ 2" Mo K]
msg
Dy = p1 My T: P2 - My kPa)
3
Cl m1 + 02 mo
Cs = . -]
mg3

Delanaye Louis
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Legend :
Figure 4.6: Bypass (left) and mixer (right) models.
4.5 Heater

A heater is a device which aims to heat up a specific fluid to a certain target
temperature. The required input power is simply obtained by multiplying the mass
flow of the fluid with the difference of enthalpies between the inlet and outlet. Again,
no pressure loss is assumed.

e Inputs :
Inlet temperature T;. [K]
Inlet pressure . pi [kPal
Mass flow :mo [kg/s
Wanted temperature : T, K]
Composition of the fluid : C |

e Calculations :

Inlet enthalpy  : h; = RP(T;,p;) [J/kg]
Outlet enthalpy : h, = RP(T,,p,) [J/kg]

e Outputs :
Power : Ppeg =m - (ho, —h;) [W]

Legend :

Figure 4.7: Heater model.
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CHAPTER 4. AUXILIARIES MODELLING

4.6 Combustion chamber

A realistic model of a combustion chamber is implemented based on the MATLAB
combustion toolbox [49]. This set of functions have been developed by Jan Terpak
and Jan Kukurugya from the Technical University of Kosice in Slovakia. By speci-
fying the air and fuel compositions as well as the inlet temperatures, pressures and
mass flows, the model returns the outlet temperature and the composition of the

exhaust gases.

e Inputs :
Inlet temperature of fuel : 77 [K]
Inlet temperature of air : T [K]
Inlet pressure of fuel . p1 [kPal
Inlet pressure of air . pe [kPal
Inlet mass flow of fuel . my [ke/s]
Inlet mass flow of air 1ty [keg/s]
Composition of fuel : Cr [
Composition of air Oy [
e Outputs :
Outlet temperature of the waste gas : T3 [K]
Outlet pressure of the waste gas . ps  [kPa]
Outlet composition of the waste gas : C3 [
Legend :
>

Figure 4.8: Combustion chamber model.
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Chapter 5

SOFC system modelling

This chapter is devoted to the analysis of performance of a realistic SOFC system
which includes stack, reformer and necessary auxiliaries. The system performance
is compared with the performance of a basic stack only coupled with a reformer as
presented in Chapter 2.

5.1 Layout

A SOFC system involves a stack, a reformer (internal and/or external), two com-
pressors for the air and fuel, a pump for the water in the case of steam reforming
and different heat exchangers/heaters for the input fluids.

Fig. 5.1 shows the layout chosen in this basic SOFC system model. At the
cathode side, air flows through a compressor to reach the desired pressure. It is
then preheated through a heat exchanger using the exhaust of the SOFC at the
cathode side.

At the anode side, the fuel is compressed before being preheated in a heat ex-
changer. The water is similarly pumped to reach the operating pressure before
entering the heat exchanger. The outlet of the SOFC at the anode side is assumed
to preheat both fluids.

The SOFC stack should be as close as possible to an isothermal system. In that
case, the inlet and outlet temperatures should be equal. This allows to prevent the
occurrence of temperature gradients in the electrolyte and consequently the creation
and propagation of cracks that could damage the SOFC. In the developed model,
the power needed to preheat the fluids is assumed balanced with the heat generated
from the reaction (Qrc).

At the outlet of the heaters at the anode side, both fluids cross the ejector and
mix in the reformer to reform the fuel.
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Figure 5.1: SOFC system.

5.2 Results

Efficiency is the sole performance item which is modified in this section while output
voltage, electric power density, number of cells and generated heat remain constant.
The latter only depends on the stack and reformer in which same parameters have
been fixed. Anode gas recirculation is taken into account. The system efficiency
shall now account for the auxiliaries consumed power:

P,—3 Zepi
Thmodel = =1 ndn Ph » (51)
mCH4 . LHVCH4 + Z —featy

j=1 Tel

A control volume representing the system is shown in Fig. 5.2. The inputs are
respectively the fuel power (based on the net heating value of methane (LHVep,))
and the heating power required by the heaters (Ppeqt). This power is actually in-
creased using an electrical efficiency (7). The power of the compressors (P.,) is
assumed to reduce the electric power delivered by the SOFC (P.;) and therefore
appears at the numerator of the definition 5.1. An alternative could have been to
add the compressor power to the denominator. Again, an electrical efficiency is used
for the compressor consumed power. The electrical efficiency is assumed to be 0.9.

Fig 5.3 shows a comparison between the efficiency of the SOFC stack and system.
As expected, the efficiency of the system is lower than the efficiency of the stack.
The system efficiency curve seems to have a kink at low current densities. This
behavior is explained in the next section.
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Figure 5.2: Efficiency of the system representation.
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Figure 5.3: Efficiency of the stack and system [-] as a function of the current density
[A/em?]. (Rgr = 0.7 [[], T = 1173.15 [K], p: = 200 [kPa], U = 0.7 [-], A = 1.5 [],
mCH4 = 3.4E-4 [kg/S], mHQO’NR =8.1E-5 [kg/S])

5.3 Heat management

In order to understand the particular shape of the system efficiency curve in Fig.
5.3, there is a need to return to the fundamentals of the fuel cell. As seen in the
energy conservation in the fuel cell, heat is released due to exothermic reaction. This
heat must be extracted to ensure an isothermal stack. Several ways are possible to
accomplish this. On one hand, a cooling system can be integrated with the stack
to evacuate all that heat. However, it increases its complexity further complicated
by the high temperature. On the other hand, another solution is to use the released
heat in a heat exchanger integrated to the SOFC in order to allow the reactants
(air, methane and water) to be heated until they reach the operating temperature.
This is the approach assumed in this work [54].

At each current density corresponds a value of the generated heat Qrc (Fig.
2.6). This generated heat shall be compared with the required powers of the three
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heaters (air, methane and water). Two cases should be considered as illustrated in
Table 5.1.

Let us define the total power required by the heaters:

Pea ]
Pheat,tot:Z heat] (52)

Case 1 : Case 2 :
QFC’ < Pheat,tot QFC > Pheat,tot
Pheat - Pheat,tot - QFC ‘ Pheat =0

Table 5.1: Heating distribution.

with Ppeqt the residual powers to be provided to the heaters.

Going back to Fig. 5.3, both cases are represented. Indeed, a current density of
0 [A/cm?] until around 0.32 [A/cm?] corresponds to case one, while the rest of the
curve corresponds to case 2. In the latter, the only loss is due to the compressors.
As it is constant, the shape of the system curve is the same as the stack curve but
shifted below.

5.4 SOFC system performance analysis

This section analyzes the influence of three parameters on the SOFC system perfor-
mance (electric power density, stack and system efficiencies) : temperature, pressure
and air excess.

5.4.1 Temperature

Electric power similarly behaves to the stack case depending on temperature (see
Section 2.6.1). The higher the temperature, the higher the electric power density.
Nevertheless, the maximum value at 1373.15 K appears lower than in the stack
case. This is an effect of the recirculation which influences the gas composition at
the anode inlet.

As far as the efficiencies are concerned, except at lower current densities, a higher
temperature always benefits. This lower current densities exception is due to the
number of cells that are higher for lower temperatures as seen in Fig. D.2.

Delanaye Louis 95



CHAPTER 5. SOFC SYSTEM MODELLING

T
07— T=1073.15K .
—T=1173.15K
| T=1273.15K
—T=1373.15K

©
o
I

|
0 0.2 0.4 0.6 0.8 1 1.2
i, [A/em?]

Figure 5.4: Electric power density [W/cm?] as a function of the current density
[A/cm?] for different temperatures. (Rg = 0.7 [-], pr = 200 [kPal, Us = 0.7 [-], A =
1.5 [—], mCH4 = 3.4E-4 [kg/S], mHQO,NR = &.1E-5 [kg/SD
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Figure 5.5: Efficiency of the stack [-] as a function of the current density [A/cm?|
for different temperatures. (Rr = 0.7 [-], p = 200 [kPal], Uy = 0.7 [-], A = 1.5 [-],
mCH4 = 3.4E-4 [kg/S], mH2O7NR = &8.1E-5 [kg/S])
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Figure 5.6: Efficiency of the system [-] as a function of the current density [A/cm?|
for different temperatures. (Rg = 0.7 [-], p = 200 [kPal|, Uy = 0.7 [-], A = 1.5 [-],
mCH4 = 3.4E-4 [kg/S], mHgO,NR = 8.1E-5 [kg/s])

5.4.2 Pressure

The pressure is a more critical parameter. For the power density, as expected, it
increases with an increasing pressure. For the efficiencies, again, it depends on the
current density in the SOFC stack.

1.2
—P=200kPa
—P=300kPa

1 P=400kPa 7
—P=500kPa

|
0 0.5 1 1.5 2 2.5 3
i, [A/em?]

Figure 5.7: Electric power density [W/cm?] as a function of the current density
[A/cm?] for different pressures. (Rg = 0.7 [-], T = 1173.15 [K], U; = 0.7 [], A =
1.5 [-], mCH4 = 3.4E-4 [kg/S], T'TLHQ(),NR = &8.1E-5 [kg/S])
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Figure 5.8: Efficiency of the stack [-] as a function of the current density [A/cm?]
for different pressures. (Rp = 0.7 [-], T' = 1173.15 [K], U; = 0.7 [-], A = 1.5 [-],
mCH4 = 3.4E-4 [kg/S], mH2O7NR = &8.1E-5 [kg/S])
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Figure 5.9: Efficiency of the system [-] as a function of the current density [A/cm?
for different pressures. (Rp = 0.7 [-], T' = 1173.15 [K], Uy = 0.7 [-], A = 1.5 [-],
mCH4 = 3.4E-4 [kg/S], mHQOyNR = &.1E-5 [kg/S])

5.4.3 Excess air

The electric power density and the efficiency of the stack are likely sensitive to air
excess.
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Nevertheless, as shown in Fig. 5.12, increasing the air excess increases the work
of the compressor and decreases the system efficiency.

The total compressed air should therefore correspond to the minimum mass flow
required by the stack so that the work of the compressor impacts as low as possible
the system efficiency.
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Figure 5.10: Electric power density [W/cm?| as a function of the current density
[A/cm?] for different air excesses. (Rr = 0.7 [-], T = 1173.15 [K], p = 200 [kPa,
Uf =0.7 [—], m(;H4 = 3.4E-4 [kg/S], mH2O’NR = 8.1E-5 [kg/S])
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Figure 5.11: Efficiency of the stack [-] as a function of the current density [A/cm?|
for different air excesses. (Rp = 0.7 [-], T" = 1173.15 [K], p = 200 [kPa|, U; = 0.7
[—], m(;H4 = 3.4E-4 [kg/S], mHgO,NR = 8.1E-5 [kg/SD
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Figure 5.12: Efficiency of the system [-] as a function of the current density [A/cm?]
for different air excesses. (Rr = 0.7 [-], T' = 1173.15 [K], p, = 200 [kPal, Uy = 0.7
H, mCH4 = 3.4E-4 [kg/S], mH2O7NR = &.1E-5 [kg/S])
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Chapter 6

SOFC-GT modelling

As seen in Section 5.4.3, the compressor negatively impacts the system efficiency
with increasing air excess. A turbine exploiting the hot pressurized exhaust gas
of the SOFC is a natural way to produce mechanical power to counterbalance the
power required by the compressors, similarly to a turbocharger.

Most gas turbine cycles involve at least a compressor, a turbine, a combustion
chamber and possibly a recuperator to preheat the combustion air by recovering
turbine exhaust energy. Connecting such a system to the SOFC allows to, on one
hand, reduce the power of the compressor with respect to the basic configuration
and on the other hand to burn the remaining fuel which did not react in the SOFC
since the fuel utilization (Uy) is never equal to 1. This connection is analyzed in
details in this chapter.

6.1 Definitions

6.1.1 Efficiency

The system efficiency definition is based on Eq. 5.1 from Section 5.2. The power
of the turbine should now be taken into account to counterbalance the power of the
compressor(s). A mechanical efficiency (7,,) is introduced to account for the losses
in shaft and bearings. The remaining part of the turbine power is converted into
electricity through a generator with a given electrical efficiency.

o . Pc 7
Pel+ Z:Ptu,l_z:i * Nel
- I=1 i=1 TIm
Nmodel = n Pheat ) (61)
meon, - LHVen, + 5. ——2
j=1 Tel

The electrical and mechanical efficiencies are assumed constant and given in the
following table.

Efficiency ‘ Mechanical Electrical
Value | 098 0.9

Table 6.1: Assumed constants for the mechanical and electrical efficiencies.
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6.1.2 Temperature limit

In a gas turbine cycle, the turbine inlet temperature is usually limited to prevent
material damage. This mechanism is achieved by sufficient air excess since increasing
the air excess decreases the outlet temperature of the combustion chamber. A large
air excess is detrimental to the efficiency while the stack efficiency itself does not
vary much with air excess (see Section 5.4.3). A larger mass flow yields larger
turbo-machinery components further impacting the mass.

In Section 3.3, one advantage of fuel recirculation is to decrease the outlet tem-
perature of the combustion chamber. Indeed, the recirculation reduces the outlet
flow at the anode and therefore the fuel entering the combustion chamber.

Fig. 6.1 shows the evolution of the outlet temperature of the combustion chamber
with respect to air excess (A) and recirculation ratio (Rg) (see Section 3.3). Fixed
cycle parameters are the following:

Inlet air temperature : 1173.15  [K]
Inlet fuel temperature : 973.15 K]
Total fuel mass flow  : 4.5242E-4 [kg/s]

Fig. 6.1 shows that a combination of recirculation and air excess reduces signif-
icantly the outlet temperature of the combustion chamber.

1000

TCC,n el

750 |

Figure 6.1: Outlet temperature [°C] as a function of the air excess [-] and the
recirculation ratio [-].

Two simulations are performed to compare the impact of the recirculation ratio
on the system. Table 6.2 shows the required air excess to obtain a temperature
lower than 950°C at the inlet of the gas turbine with and without recirculation.
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No recirculation Recirculation
Temperature [°C] Air excess [-] | Temperature [°C|] Air excess [-]
949.33 15 | 947 45

Table 6.2: Air excess to obtain a temperature lower than 950°C with and without
recirculation (7" = 1173.15 [K], p, = 200 [kPa|, Us = 0.7 [-], thcn, = 3.2E-4 [kg/s],
mH2O7NR = 4.95E-4 [kg/SD

The conclusion is that the recirculation allows to drastically reduce the air excess
required to have a suitable turbine inlet temperature. It also allows to decrease the
mass flow of reforming fuel. Therefore, the subsequent studied configurations all
include recirculation.

6.2 Basic configuration

The basic configuration of the SOFC-GT system involves the SOFC system with
a combustion chamber and a turbine (Fig. 6.2). Exhaust gas from the anode and
cathode are injected in the combustion chamber and combustion exhaust goes into
the turbine.

cc

TU

CO, + HyO

HEX

CHy + COg + Hy + CO + HyO

VAP

A

P

<

&) .

CH4 H0

cpP

Figure 6.2: Basic configuration of the SOFC-GT system.

Table 6.3 shows the power required to compress the air, the fuel and the water
and the power delivered by the turbine. It can be seen that the turbine allows to
compensate the power of the compressor with a positive impact on efficiency. The
remaining part of the power is connected to a generator converting the mechanical
power into electrical power.

Compressors Turbine
Air Fuel  Water Gas
2.311E3  24.0445 0.012 ‘ 2.6826E3

Table 6.3: Power [W] required by the air, fuel and water compressors and power
delivered by the turbine (Rr = 0.7 [-], T'= 1173.15 [K], p; = 200 [kPa], A = 4.5 [-],
Uf =0.7 [—], mCH4 = 3.3712E-4 [kg/S], mHgO,NR = 8.1E-5 [kg/SD
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Fig. 6.3 shows the efficiency of the stack and the SOFC system as a function
of the current density. A large air ratio of 4.5 is required to limit the turbine inlet
temperature to 950°C. The efficiency of the system mostly remains lower than the
efficiency of the stack except at high current density where some electric power is
recovered by the generator.
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Figure 6.3: Efficiency of the stack and the SOFC system as a function of the current
density (Rgr = 0.7 [-], T' = 1173.15 [K], p = 200 [kPa], A = 4.5 [-], Uy = 0.7 [-],
men, = 3.3712E-4 [kg/s|, mmonr = 8.1E-5 [kg/s]).

6.3 Bypass configuration

In the second configuration, we introduce a bypass to limit the amount of air entering
the SOFC to the minimum required. It is beneficial in two ways. On one hand,
it reduces the mass flow of air entering the cathode and on the other hand, the
temperature of the air entering the combustion chamber is reduced since it is not
further heated by the SOFC.

Two possible locations exist for the bypass. The first one is to locate it after the
air heat exchanger as shown in Fig. 6.4.
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Figure 6.4: First possibility of the bypass configuration.

The second one is to location the bypass before the heat exchanger as shown in
Fig. 6.5.
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Figure 6.5: Second possibility of the bypass configuration.

The first option does not yield satisfactory results. Indeed, the difference in
temperature between the outlet of the heat exchanger and the outlet of the cathode
(in the mixer) is too small to have a significant impact on the reduction of the outlet
combustor air temperature. Air excess is therefore not reduced with respect to the
basic configuration.

The second option is more promising because the mixing happens between both
fluids with a larger temperature difference. Fig. 6.6 shows all the intermediate
temperatures between the components of the system, obtained with a total air excess
of 1.8 of which 83.33% enters the cathode.
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Figure 6.6: Second possibility of the bypass configuration with the intermediate
temperatures (Rp = 0.7 [-], T = 1173.15 [K], p = 200 [kPa], A = 1.8 [-], U = 0.7
[—], mCH4 = 3.4E-4 [kg/S], mHQO,NR =8.1E-5 [kg/S])

Fig. 6.7 shows the efficiency of the stack and the system as a function of the
current density. Around a current density of 0.4 [A/cm?|, the generated heat by the
exothermic reaction compensates the power of the heaters. By adding the electric
power recovered from the turbine, the efficiency of the system becomes higher than
that of the stack.
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Figure 6.7: Efficiency of the stack and the system as a function of the current
density (Rr = 0.7 [-], T = 1173.15 [K], p; = 200 [kPa], A = 1.8 [-], Uy = 0.7 [-],
mCH4 = 3.4E-4 [kg/S], T'YLHQ(),NR = &8.1E-5 [kg/S])
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6.4 Combustion chamber coupled heat exchanger
configuration

To further reduce the air excess entering the SOFC, this new configuration includes a

heat exchanger directly embedded in the combustion chamber, following a suggestion
by Delanaye [27].

This configuration is beneficial in two ways. On one hand, the air is assumed
preheated at the temperature of the stack. The generated heat by the anodic reac-
tion then only heats up water and methane. On the other hand, the temperature
at the outlet of the combustion chamber is reduced because of the heat extracted
from the waste gases. This allows to obtain a suitable inlet turbine temperature
(less than 950°C) with a lower air excess.

Fig. 6.8 shows the schema of the configuration.
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CHy + COgy + Hy + CO + HyO
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\W/
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Figure 6.8: Third configuration of the SOFC-GT system.

Fig. 6.9 shows the efficiency of the stack and the system as a function of the
current density. With this configuration, the required total air excess is reduced
to 1.6. The system efficiency curve jumps above the stack efficiency curve at lower
current densities.
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Figure 6.9: Efficiency of the stack and the system as a function of the current
density (Rgr = 0.7 [-], T = 1173.15 [K], p; = 200 [kPa], A = 1.6 [-], U; = 0.7 [-],
m0H4 = 3.4E-4 [kg/S], mHQO,NR =8.1E-5 [kg/S])

6.5 Intercooled compressor stages configuration

The last investigated system improvement concerns the reduction of compressor
input power to increase the efficiency, through a two stage intercooled compressor
system for the air supply (Fig. 6.10). In this configuration, a bypass is also added.

CO, + Hy0

HEX

CHy + CO, + Hy + CO + H,0
HEX VAP

O g SIS
( o o

Figure 6.10: Fourth configuration of the SOFC-GT system.

The intercooler is a heat exchanger in which compressed air is cooled by another
fluid. Different fluids are tested to validate this model. The first idea is to recover
the energy from the compressed air by heating the reforming water or methane
fuel. Both cases do not yield useful results because of the low mass flow of methane
(3.4E-4 kg/s) and especially of water (8.1E-5 kg/s). The second idea is to have an
external water circuit whose temperature increases from 40°C until 90°C from the
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inlet until the outlet of the intercooler. This water circuit is then redirected in other
systems such as a heat pump for example. This is the case considered here in Fig.
6.10.

One may ask if it is worth the cost to further increase the complexity of an
already complex system. Fig. 6.11 shows the power of the compressor system (one
compressor or two) as a function of the operating pressure in the stack. As expected,
the power of the intercooled system is lower than the power with a single compressor.
At low pressures, it is not the case because of the additional pressure losses in the
intercooler.
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Figure 6.11: Power of the compressor(s) in the case of one compressor and two
compressors as a function of the pressure in the SOFC. (11,4, = 1E-2 [kg/s])

Increasing the pressure increases the complexity of the system because of seal-
ings, materials, etc. Adding a second compressor, a heat exchanger and a water
circuit increases weight and space. However, as presented in Section 2.6.2, increas-
ing pressure can be interesting to reduce the size of the stack for a given power and
efficiency. The decision of commercializing this configuration results of a trade off
between the benefit of reducing the compressor powers on the one hand and the
complexity and space limitation on the other hand.
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Chapter 7

Technological study

This chapter introduces a technological study focused on mass analysis of the SOFC-
GT system. The mass of all configurations described in Chapter 6 are quantified for
an electric power output of 1, 10 and 20 [kW] at a current density of 0.4 [A/cm?].

7.1 Component mass relations

7.1.1 SOFC stack mass

A SOFC system involves one or more stacks each of them made of a number of cells
and a casing. The mass of the SOFC is affected by the arrangement of the cells
and the stacks. Assabumrungrat et al. [3] analyze various configurations of stack
arrangements (Fig. 7.1) and conclude that the basic configuration (one stack) gives
the best efficiency for a given power. Therefore, in this study, we limit ourselves to
a single stack SOFC system.

(a) Fuel
Compressor

Reformed Gases I::I Stack :
[ ‘ Stack

Air
Compressecr

Alr

(b) Fuel

Compressor

"
Reformed Gases L | Stack j Stack

-

Air
Compressor

(c) Fuel
Compressar

™
Reformed Gases L’/I

Air
Compressor

Figure 7.1: Different configurations of stack arrangement. [3]

In order to estimate the SOFC mass, we adopt a basic approach which consists
in a linear relation between the mass and the number of cells. This assumes that
cells have the same area for each configuration. Hence, the datasheets ([33] [53]
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[62]) of three commercialized products with similar cell area have been analyzed. It
follows a linear relationship between the mass and the number of cells as:

Neeirs
Msorc = Msorcy - N Bt Measing (7.1)
cells,0
with,
Msorco = 4 [kg
Mcasing = 5 [kg]
Ncells,O = 30 [‘]

7.1.2 Turbocharger

The turbocharger mass quantification is based on the analysis performed by Bou Nader
et al. [10], who relate the mass flow of fluid (kg/h) with the power to weight ratio
(kW /kg) by the following relation:

o Prc Prc
tre = =275+ (375 ) 645 (1) 122 (7.2)
T

where the power (Pr¢) corresponds to the fraction of the turbine power that
compensates the power of the compressor(s).

The generator mass connected to the turbine can be quantified as a function
of the mechanical power to convert. The reference power to weight ratio (PMgey)
is equal to 3000 W /kg. The generated power (Py,) corresponds to the difference
between the turbine power and the compressor(s) power.

(7.3)

7.1.3 Combustion chamber

Following again the description in Bou Nader et al. [10], the mass of the combustion
chamber depends on the mass flow at the inlet as well as the fuel power (Qc¢) by:

Qcc = Mypyer - LHV by (7.4)

The reference taken here is the combustion chamber of MITIS [51]. The mass
flow of air (1,r0) is equal to 0.140 kg/s, the mass flow of fuel (1 ye10) is equal to
9.5E-4 kg/s and the mass (Mccp) is equal to 17 kg.

mair + mfuel QCC
Mcc = Mccyp - — . : 7.5
0 Mair,0 + mfuel,O QCC,O ( )
with,
Qcco = Myuero - LHV pyel (7.6)
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7.1.4 Heat exchanger

The heat exhanger mass is based on the largest mass flow stream and its effi-
ciency. The reference is the heat exchanger of MITIS [51]. Its mass is around
80 kg (MuEex,o) with a mass flow of air (thygx,o) of 0.140 kg/s and an efficiency

(77HEX,O) Of 087

MHEEX NHEX,0
Myepx = Mugx,o - = . :
MyEX0 THEX

7.1.5 Piping and power electronics

A 10 kg of mass is added to the total mass to take into account the piping and power
electronics as well as other subsystems such as filters, valves, etc.

7.2 Comparison

The mass of different SOFC-GT configurations is compared for three powers (1 kw,
10 kw and 20 kW) in Fig. 7.2.

In all configurations, the SOFC stack accounts for most of the total mass of
the system. Reducing the air excess with respect to the basic configuration (a) in
configurations (b), (c¢) and (d) decreases the power of the heat exchanger and the
turbocharger and therefore decreases the mass of the system.

EsOFC
1001 mTc
[ce
8ok I Gen
[ HEX
[ Sup

1kW 10 kW 20 kW 1kW 10 kW 20 kW

(a) Basic configuration. (b) Bypass configuration.

1kW 10 kW 20 kW 1kW 10 kW 20 kW

(c) CC heat exchanger configuration. (d) Intercooled compressing system.

Figure 7.2: Mass for 1 kW, 10 kW and 20 kW for the configurations seen (Chapter
6).
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Chapter 8

Conclusion and perspectives

In this thesis, we have described several layouts of solid oxide fuel cell and gas
turbine system combinations. A detailed thermodynamic cycle analysis tool has
been developed to evaluate and compare the performance of these configurations.
The development of this modelling tool was approached in four steps.

First, the thermodynamic and electrochemistry of a SOFC stack have been stud-
ied in details and a modelling approach devised. This tool was used to evaluate the
impact of operating conditions such as operating temperature, pressure and air ex-
cess on the performance of the stack. Increasing operating temperature and pressure
enhances efficiency. In addition, a higher pressure improves the electric power den-
sity while the air excess has a mild influence on the performance.

In a second step, the fuel processing aspects were considered in the modelling
tool. Steam reforming and recirculation of water and fuel from the anode outlet
prove to be very efficient with respect to increasing performance. The reformer
analysis has shown that increasing its operating temperature, pressure and span has
a beneficial impact on the amount of water required to perform an efficient methane
conversion. Anode exhaust gas recirculation is a very important mean to improve
performance of the stack-reformer system. On one hand, water recirculation at
anode outlet allows to reduce the power required to heat up the input water to
the operating temperature. On the other hand, recirculation of fuel contained in
the anode gas reduces the amount of fuel to be injected in the reformer and allows
to limit the air excess in the cycle required for ensuring a bounded inlet turbine
temperature.

In a third stage, the modelling tool was enriched by auxiliaries models to analyze
different layouts of full SOFC systems. It was demonstrated that a higher air excess
negatively impacts the system efficiency mainly due to the power of the compressors
while the stack performance is not improved by air excess.

Eventually, the modelling tool was used to analyze four different connections of
SOFC with gas turbine. Essentially, the objective is to minimize the impact of the
power of the compressors and heaters on the efficiency. Adding a turbine has proved
to reduce the negative effect of the required compression power while introducing a
bypass has allowed to limit the mass flow of air entering the cathode and therefore
limit the power of the heaters. We concluded that an intercooled compressor stages
configuration is interesting for high operating pressures.

This thesis is concluded by a short comparison of the mass of the various SOFC
gas turbine configurations showing again that air excess should be limited as much
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as possible.

As a general conclusion of this modelling exercise, the efficiency of a combined
SOFC gas turbine combination can be as high as the theoretical stack efficiency
provided that the gas turbine is essentially a turbocharger system and air excess is
minimized.

The modelling tool developed in this master thesis is essentially steady state. It
is known that the dynamics of such combined SOFC gas turbine systems is very
complex and it would therefore be necessary to extend it to transient analysis and
part load operations. Furthermore, more complex SOFC gas turbine combinations
exist and could be worth analyzed.
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Appendix A

Simulation tool details

A.1 Code principle

This section describes the implementation of the code which is composed of four
nested loops (Fig. A.1):

e Loop 1 iterates on the air excess to limit the inlet turbine temperature.

e Loop 2 increases gradually the mass flow of fuel to reach the targeted power at
a fixed current density which avoids specifying the mass flow of fuel as input.

e Loop 3 concerns the anode gas recirculation and converges on the reformer
output.

e Loop 4 increases the mass flow of water in the reformer to target a 95% con-
version ratio.

The parameters, inputs and outputs are specified as follows:

Parameters Internal SOFC /
Auxiliaries /
Inputs Targeted power Pei target
Specified current density i
Operating temperature T
Operating pressure Dy
Fuel utilization Uy
Recirculation ratio Rp
Inlet temperatures of air/fuel/water Tiii/Tuet,i/ Twater,i
Inlet pressures of air/fuel /water Dair,i/ P fuel,i/ Pwater,i
Outputs Output voltage V,
Electric power density Del
Electric power P,
Number of cells Noells
SOFC stack efficiency NStack
System efficiency NSyst
Generated heat Qrc

Table A.1: Parameters, inputs and outputs of the modelling.

81



APPENDIX A. SIMULATION TOOL DETAILS

Define all parameters and Define RR, CR targets
inputs (T, py, i, etc) Pel target: A

v

{ \
Initial guess for air excess
*)
\ J
{ A 1
Initial guess for mass flow |
and Cr B
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N 2
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Conversion ratio iterative [€
loop (see Section 3.1.2) Je
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( Run model J
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Check convergence
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If Pgy = Pel target Compare P to Pel target
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If T < 950°C I Ty > 950°C

End ' Increase A I

Figure A.1: Flowchart of the code implementation.
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A.2 REFPROP

The thermodynamic properties required in the MATLAB implementation of the mod-
elling tool are calculated by the REFPROP 9.1 package linked to MATLAB. In
REFPROP 9.1, we found out that thermodynamic tables have temperature limits
which prevents to calculate these properties above the limit. Hence, for a temper-
ature above the limit, a linear extrapolation is performed to obtain the thermody-
namic property of interest.
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Appendix B

SOFC analysis

B.1 Temperature
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Figure B.1: Number of cells [-] as a function of the

current density [A/cm?] for

different temperatures (p; = 200 [kPal, Uy = 0.7 [-], A = 1.5 [-], rhon, = 3.2E4

[kg/s], im0 = 4.95E-4 [kg/s]).
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I
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Figure B.2: Generated heat [W] as a function of the current density [A/cm?] for
different temperatures (p; = 200 [kPa], Uy = 0.7 [-], A = 1.5 [-], rhon, = 3.2E4
[kg/S], mH2O = 4.95E-4 [kg/S])

B.2 Pressure
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Figure B.3: Number of cells [-] as a function of the current density [A/cm?] for
different pressures (" = 1173.15 [K], U = 0.7 [-], A = 1.5 [-], rhcn, = 3.2E-4 [kg/s],
mm,o = 4.95E-4 [kg/s|).
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Figure B.4: Generated heat [W] as a function of the current density [A/cm?] for

different pressures (T' = 1173.15 [K|, Uy = 0.7 [-], A = 1.5 [-], rhon, = 3.2E-4 [kg/s],
mm,o = 4.95E-4 [kg/s]).

B.3 Air excess
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Figure B.5: Number of cells [-] as a function of the current density [A/cm?] for

different air excesses (7' = 1173.15 [K], pr = 200 [kPal|, Uy = 0.7, rhcn, = 3.2E-4
[kg/s], mm,o = 4.95E-4 [kg/s]).
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Figure B.6: Generated heat [W] as a function of the current density [A/cm?] for
different air excesses (T' = 1173.15 [K], p; = 200 [kPal|, Uf = 0.7, rhop, = 3.2E4
[kg/S], mH2O = 4.95E-4 [kg/S])

Delanaye Louis 87



Appendix C

Anode recirculation

—No rec
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Figure C.1: Number of cells [-] as a function of the current density [A/cm?] with
recirculation and without recirculation at the anode. (Rgr = 0.7 [-], T'= 1173.15 [K],
Pt = 200 [kPa], Uf =0.7 H, A=15 H, mCH4 = 3.2E-4 [kg/s], mHZO’NR = 4.95E-4
[kg/S], mH2O,R = 6.68E-4 [kg/S])
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Figure C.2: Generated heat [-] as a function of the current density [A/cm?] with
recirculation and without recirculation at the anode. (Rgr = 0.7 [-], T'= 1173.15 [K],
pr = 200 [kPa], Uy = 0.7 [-], A = 1.5 [-], mep, = 3.2B-4 [kg/s], mumonr = 4.95E-4
[kg/s], mHQO,R = 6.68E-4 [kg/s])
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Appendix D

SOFC system analysis

D.1 Temperature

1.27 -
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Figure D.1: Output voltage [V] as a function of the current density [A/cm?] for
[_ )

different temperatures. (Rg = 0.7 [-], p, = 200 [kPa], Uy = 0.7 [, A = 1.5 []
mCH4 = 3.4E-4 [kg/S], mH2O7NR = &8.1E-5 [kg/S])
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Figure D.2: Number of cells [-] as a function of the current density [A/cm?] for

different temperatures. (Rp = 0.7 [-], p, = 200 [kPa|, Uy = 0.7 [-], A = 1.5 [-],
mCH4 = 3.4E-4 [kg/S], mHZO’NR = 8.1E-5 [kg/S])
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Figure D.3: Generated heat [W] as a function of the current density [A/cm?]
different temperatures. (Rp = 0.7 [-], p = 200 [kPa], U = 0.7 [-], A = 1.5
mCH4 = 3.4E-4 [kg/S], mH2O’NR = 8.1E-5 [kg/S])

for
ot
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D.2 Pressure
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Figure D.4: Output voltage [V] as a function of the current density [A/cm?] for
different pressures. (Rgp = 0.7 [[], T = 1173.15 [K], Uf = 0.7 [[], A = 1
mCH4 = 3.4E-4 [kg/S], mH207NR = &.1E-5 [kg/S])
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Figure D.5: Number of cells [-] as a function of the current density [A/cm?]
different pressures. (Rp = 0.7 [-], T = 1173.15 [K], Uf = 0.7 [-], A = 1.5

mCH4 = 3.4E-4 [kg/S], mH2O7NR = &.1E-5 [kg/S])

for
[_

B
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Figure D.6: Generated heat [W] as a function of the current density [A/cm?] for
1.5 |-

different pressures. (Rr = 0.7 [], T" = 1173.15 K], Uf = 0.7 [], A = ],
mCH4 = 3.4E-4 [kg/S], mHgO,NR = 8.1E-5 [kg/S])

D.3 Air excess
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Figure D.7: Output voltage [V] as a function of the current density [A/cm?] for
different air excesses. (Rp = 0.7 [-], T' = 1173.15 [K], p = 200 [kPa], Us = 0.7 [-],
mCH4 = 3.4E-4 [kg/S], mH2O’NR = 8.1E-5 [kg/S])
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Figure D.8: Number of cells [-] as a function of the current density [A/cm?] for
different air excesses. (Rr = 0.7 [-], T' = 1173.15 [K], p, = 200 [kPal, Uy = 0.7 [-],
mCH4 = 3.4E-4 [kg/S], mHgO,NR = 8.1E-5 [kg/S])
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Figure D.9: Generated heat [W] as a function of the current density [A/cm?] for
different air excesses. (Rr = 0.7 [-], T' = 1173.15 [K], ps = 200 [kPal, Uy = 0.7 [-],
mCH4 = 3.4E-4 [kg/S], mHQQNR = &.1E-5 [kg/S])
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