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Abstract

Prolonging membrane longevity as well as improving fuel economy are essential steps toward
utilization of fuel cells in industrial applications. Focusing on polymer electrolyte membrane
(PEM) fuel cells, the present work elucidates a systematic approach to deal with cell dura-
bility issues, inflicted by membrane pinholes. This includes the model-based control of fuel
overpressure, which is defined as the pressure difference between the anode and cathode
compartments, at the inlet side of the fuel cell stack. Moreover, to enhance fuel savings,
this work proposes a novel model-based technique for estimation of hydrogen concentration,
which is used as the basis of fuel purging control. Employing a Ballard 3kW test station
equipped with a 9-cell Mk1100 PEM fuel cell, the entire system is modeled using pneumatic
variables. The developed model is experimentally validated. Depending on the underlying
objective, a relevant system configuration for the PEM fuel cell anode is adopted. These

include a flow-through anode, dead-ended anode, and anode with recirculation structures.

A model predictive controller (MPC) is deployed to achieve the controller objectives, which
include the improvement in control of the system transient response during the load change,
reduction of hydrogen emission, and retaining the cell voltage level of a defective cell,
by maintaining the fuel overpressure in the desired region. Furthermore, the controller

performance is verified experimentally.

Using the pressure drop across the fuel cell stack anode, the hydrogen concentration on
the anode side is estimated in a hydrogen-nitrogen gas mixture. This pressure drop is
correlated to the dynamic viscosity of a gas mixture. The estimation model which is verified
experimentally for various scenarios provides a reliable and cost-effective method that can
eliminate the use of the hydrogen sensor. This model is then utilized as the basis for
controlling the fuel purging. Deploying an MPC based multivariable control strategy, both

fuel overpressure and hydrogen concentration are controlled.

Keywords: Fuel cells; Fuel overpressure; Fuel purge control; Hydrogen concentration;

Model predictive control; Hydrogen transfer leak
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Chapter 1

Introduction

1.1 Background

Reducing environmental pollution along with the scarcity of fossil fuels, have escalated
the necessity of finding alternative green energy sources where fuel cells (FC) are viable
choices [1]. FCs provide a cleaner and more efficient form of power delivery compared
to internal combustion engines (ICE) [2]. Approximately, 70% of today’s electrical power
consumption is generated from fossil combustibles [3]. Currently fuel cells are employed in
a variety of applications including stationary backup power, distributed power generation,
portable electronic equipment, and in the transportation industry [1,2]. In particular, during
the 2010 Winter Olympic Games in Vancouver, Canada, Whistler buses were equipped
with fuel cells. In recent years, various ongoing projects are looking for more fruitful and

productive avenues for fuel cell usage, especially in automotive practices.

| )
- hydrogen
| recirculation pump
walter separator 9 pressure reducing
valve
hydrogen ._E-l

Fuel Cell l

= D |+ = |.

el. power

A air outlet
" air U/

gas heater e |J_|
humidifier |
water separator
L nng - { ) air compressor

Figure 1.1: General schematic of a fuel cell system [4] (used with the permission of IEEE)




Among different types of fuel cell systems, Polymer Electrolyte Membrane (PEM) fuel
cells operate at low temperatures, possess a compact design, and lack any corrosive fluid
hazard [2]. Therefore, PEM fuel cells are a promising choice for automotive applications [5].
In addition to the stack, fuel cells are composed of several peripheral components such as
the humidifier, reformer, or heat exchanger. Figure 1.1 depicts a general schematic of an
FC system aimed for use in automotive applications [4].

Improving the efficiency, reliability, and durability of fuel cell systems are the primary
focuses of researches in this area. Materials, auxiliary components, and system maintenance
ultimately should be more cost efficient [6]. According to The U.S. Department of Energy
(DOE) in 2011, the platinum content of a fuel cell reached to less than 0.2 g/kW with the
DOE’s target value of 0.125 g/kW. This has resulted in a 5-time reduction in platinum usage
which has largely improved fuel cell durability. In addition, since 2008 the projected volume
cost per kW, for fuel cells in light duty vehicles has declined by 30%. In Figure 1.2, the
projected fuel cell transportation system cost per kW for a high volume production (500,000
units per year) is shown where the target value in 2017 is $30/kW. Moreover, in Figure 1.2
for a broad range of manufacturing volumes, the cost of the fuel cell transportation system
in 2011 is compared to that of 2007.

(a) (b)

300 saramw $281

: Current status: sa15 § » w2007 Cost
5950 | Bl ntaiEstmate $49/kW vs - =201 5tat
£ Bak of Plant (SAW, % 2011 Status
E> includes assé%‘y & target of $30/kW 5225 '
Z° Stz A4175
8 %
g $150 o
& u$125
$108/KW

P - S94KW ::;i:’ 13 ]
[ X e %
¢ STIRW (oW b 15 $49

h SS1KW  gq9/kw ) —’

‘ falvs s st

o | | J sy 125,000 250,000 375,000 500,000
2002 2007 20C 0 10 1 2017 oo Annual Production Rate (systems/year)

Figure 1.2: (a) The projected fuel cell transportation system costs per kW for high vol-
ume production (500,000 units per year), (b) a comparison of fuel cell transportation cost
between 2007 and 2011 for a wide range of manufacturing volumes [6]

Fuel cell research is the grounds for interaction of various engineering disciplines such
as electro-chemistry, materials, or fluid mechanics. Moreover, FCs manufacturing and em-
ployment involve other areas such as sensing, vibration, and control [7]. Since the first com-
mercial use of FC by General Electric (GE) and US National Aero Space Agency (NASA)
for the Gemini space project [8], researches on fuel cell technology and development have

been boosted significantly.



1.1.1 Fundamentals of PEM fuel cells operation

In essence, fuel cells convert the electrochemical energy into the electrical energy through
the reaction between hydrogen oxidization on the anode side and oxygen reduction on the
cathode side, while water and heat are also generated as by-products. Figure 1.3 depicts the
primary elements of a PEM fuel cell, including the Membrane Electrode Assembly (MEA)

and gas flow channels. MEA is composed of the membrane, the anode, and the cathode.

load

Current (-e) T

[] ]
— 3y endplate

H2 channel /

— T A1

7
Air channel ,: j
[] [ ]
anode /I T '\ cathode

membrane

Figure 1.3: Basic elements of a PEM fuel cell
The hydrogen oxidization and the oxygen reduction reactions are expressed as follows:

2Hy — AHT + 4e™ (1.1)
O +4de” +4HT — 2H50 (1.2)

The overall reaction is then formulated in the following:
1
Hy + 502 — H50 (1.3)

The released energy during an electrochemical reaction is calculated via the change in
Gibbs free energy (Agy), which is equivalent to the difference between Gibbs free energy of

products and of reactants [3]:

Agf = (gf)products - (gf)reactants (14)
1
Ags = (97)m:0 = (95)m2 = 5(95)0s (1.5)



Gibbs free energy represents the available energy for the external circuit. Furthermore,
Agy is dependent on the pressure and concentration of reactants as described in equation
(1.6):

0.5
PH2 P02

Agy = Agf — RT In( P
2

) (1.6)
where R is the universal gas constant, T is the stack temperature, Py, is the partial pressure
of hydrogen, Pp, is the partial pressure of oxygen, Pg,o is the partial pressure of water,
and Ag§ is the change in Gibbs free energy at the standard pressure (1 bar).

In an ideal reversible reaction, where all the Gibbs free energy is consumed for the
external circuit with no losses, the electric work expresses the work for circulating two

electrons for each mole of hydrogen as follows:

_ —Aygr

B=—* (1.7)

Therefore, the reversible voltage in a PEM fuel cell can be derived using (1.6) and (1.7), as
follows:
RT . Py, P57’

E=FE°+—In(—= 1.8

+gp 5t (18)

where F|, is the electromotive force at the standard pressure. Values of Agy and E, at
different temperatures are provided in [2].

The actual operation of a PEM fuel cell is subjected to various losses including the

activation, ohmic, and mass transport losses. Therefore, the operating voltage of a PEM

fuel cell is expressed as follows:
V= E - A‘/act - A‘/ohm - A‘/tran (19)

where E is the open circuit voltage (OCV), AV, is the activation loss, AV,p,, is the Ohmic
loss, and AViyqy is the mass transport loss. Eis usually less than the theoretical value for
the OCV (E) which was provided in equation (1.7) [2]. The voltage drawn from equation
(1.9) is known as the polarization curve. Detailed discussion on these losses are outside of
the scope of this work which can be found in [2].

In the following sections in this chapter, previous studies in the area of PEM fuel cell

modeling and control as well as state of the art in fuel cell technology are presented.

1.2 Fuel cell system modeling

Fuel cell system modeling is a broad area, aiming at capturing the fuel cell system operation

through physical or mathematical models, which establishes a basis for explaining different



phenomena occurring in the system. Numerous fuel cell models are focused on specific
properties of the FC stack.

Employing both mechanistic and empirical modeling, a PEM fuel cell performance is
described via a parametric model in [9,10]. A more comprehensive steady-state electro-
chemical model of a PEMFC is provided in [11] which accounts for different active areas
and membrane thicknesses even at high current densities. A dynamic model of PEM fuel
cell system is provided in [12] which combines empirical modeling with mass and energy con-
servation equations. These models are expressing the steady-state behavior of the PEMFC.
Also, such models are normally validated via the polarization curve of the PEMFC.

Control-oriented modeling is suitable for control applications where both transient and
steady-state responses of the system are critical. The following section covers some of the

existing control oriented models which have been used extensively in literature.

1.2.1 Control-oriented modeling of the fuel supply system

Employing pneumatic variables, such as a pneumatic resistor or a pneumatic capacitor,
the dynamic model of the entire fuel cell system is developed in [13] for the air side. In
analogy to the air side, the dynamic model of the fuel supply system (FSS) can be derived.
A pneumatic resistor reflects friction forces in the gas flow channels while a pneumatic
capacitor represents the storage capacity of the components. The model is also validated
for a 25 cell PEM stack. This model is suitable for control design since it captures the
transient as well as the steady-state behavior of the system, and is used in [14,15] for control
purposes. In Chapter 2, we will adopt the pneumatic modeling technique for modeling the
Ballard 3kW PEMFC test station.

Pukrushpan et al. [16,17] developed a comprehensive control oriented model for the fuel
cell stack and all its auxiliary components. The model is appropriate for many fuel cell
control applications. It employs mass conservation principles, thermodynamic, and psycho-
metric properties of the reactant gasses, as well as the flow characteristics, and the inertia
dynamics of the compressor. Model parameters are obtained using a 75 kW FC stack from
a Ford P2000 fuel cell prototype, an Allied Signal compressor, and a Nafion 117 membrane.
They have provided simulation results to demonstrate the control system performance using
their proposed dynamic model. However, lack of experimental validation for control of an
actual fuel cell vehicle which incorporates this model is noticeable. This model is popular
among FC researchers and has been used in various FC control development efforts as the
plant model, such as the works in [18-20].

A fully analytic model of the PEM fuel cell is presented in [4]. Dynamics of the air and
fuel supply systems are formulated in the state-space form to facilitate the usage of this
model for control applications. The model is then linked with the steady-state model of the
PEM fuel cell stack to show the impact of operating conditions on fuel cell performance.

The system configuration is tightly matched with the vehicular fuel cell topology, where



the air supply system consists of an air compressor, a humidifier, a fuel cell cathode flow
channel, and an outlet water separator. On the anode side, the system is composed of a
pressure reducing valve, a hydrogen recirculation blower, and a fuel cell anode flow channel.

Using both theory and experiment, del Real et al. [21] developed a dynamic model for
Ballard 1.2 kW PEM fuel cell stack, which has also been validated. They have presented an
innovative approach for deriving the polarization curve. Also, this semi-empirical control
oriented model can represent the thermal effect in an air cooled stack as well as in the
flooding phenomenon.

In [22], a control oriented model for the air supply system together with an analytic
model of hydrogen flow in the presence of hydrogen recirculation pump is provided. The
model can explain the effect of gas flow, pressure, and humidity on the cell performance.
However, it lacks experimental validation where it is only supported via simulation results.
A dynamic model of a PEM fuel cell suitable for control design is presented in [23]. This
model is also validated and has been employed in various works including [24-26].

A vast majority of fuel cell literature focuses on modeling and control strategies for a
fully operational healthy fuel cell system. However, in the actual deployment of the cell,
it is susceptible to possible damages. Therefore, it is vital to understand the behavior of
the system in a faulty condition. Hydrogen transfer leak (HTL) due to the appearance of
membrane pinholes is a common defect that could occur in any cell. These pinholes result
in system malfunctions that could significantly deteriorate the cell performance. Relevant

works on HTL are presented next.

1.2.2 Hydrogen transfer leak modeling

Different phenomena could eventually affect the membrane and result in the creation or
growth of pinholes. These events are linked to thermal, mechanical or chemical processes
[27]. In [28], effects of membrane pinholes on PEM fuel cell performance are discussed, and
a method for leak detection based on the increasing anode pressure is discerned.

To analyze the gas permeation regarding diffusive and convective transports, the authors
used a gas tracer concept in [29]. Despite being capable of measuring the transfer leak rate
and detecting the location of pinholes, their proposed method is not practical as each cell
in the stack demands a separate gas tracer.

Localization of defected cells in the stack in [30] is carried out by using the time response
of the stack voltage drop, subjected to hydrogen sudden stop at the open circuit condition.
However, their method lacks reliability regarding the precise location of the pinholes since
various phenomena can result in OCV drop. For a membrane with pinholes, the rate of
OCYV drop is higher compared to those of an intact membrane. Employment of the OCV
as a diagnostic tool for detection of leak formation and leak localization is also discussed
in [31].



A novel diagnostic tool for a precise characterization of the in-situ hydrogen transfer
leak in a PEM fuel cell was proposed in [27]. Their technique provided a formulation for
hydrogen transfer leak rate based on the nitrogen flow rate, stack temperature, OCV, and
the anode and cathode pressures. In [32], a model-based hydrogen leak detection method
is presented, which relies on the mass conservation equations while taking into account the

natural leak of the stack.

1.3 Fuel cell system control

To achieve a more efficient, durable, and cost-effective operation in a PEM fuel cell system,
there exist different challenges where a well-designed control system plays a significant role in
coping with them. In this work, control objectives are first, to maintain the fuel overpressure
(FOP) at the desired level [33], and second, to control the hydrogen concentration (HC)
above a designated level. The difference between the anode and cathode pressures, at the
inlet side of the PEMFC stack, is known as the fuel overpressure. Hydrogen concentration
refers to the amount of available hydrogen in the anode. HC control is carried out via
purge control [34]. Control requirements for a fuel cell system mainly address the reactant’s
pressure or flow, to meet the design specifications. In the following sections, a summary of

major previous works on FOP control as well as the HC control is provided.

1.3.1 Fuel overpressure control

Danzer et al. [14] applied a nonlinear model-based algorithm for multivariable control of
the cathode pressure and the oxygen excess ratio. Their proposed modeling and control
algorithm can also be applied to the anode side. A mass flow controller (MFC) and an
outlet throttle are used as actuators. This control technique utilizes the flatness-based
control principle and a tracking observer for estimating the oxygen partial pressure by
measuring the pressure at the outlet throttle. A comparison between the performances of
their proposed controller and a PI controller is provided to demonstrate the effectiveness of
their approach. The effect of membrane pinholes and nitrogen crossover are not considered
in their model.

Pukrushpan et al. [16,17] have designed an observer based feed-forward and feedback
controller for the air flow. The controller can handle the trade-off between the parasitic loss
reduction and the quick net power output during the load current change. However, their
control design lacks experimental validation.

A gain-scheduled control structure for regulating the fuel overpressure as well as the
anode and cathode humidities is provided in [18]. Two actuators are used in the ejector
based anode recirculation system including the dry hydrogen flow and the anode back

pressure valve.



In [35], a control method for maintaining the fuel overpressure in the desired region is
described. A mathematical model for the cathode side is used while hydrogen consumption
is treated as a disturbance during power generation. The actuation is executed by the outlet
throttle on the cathode side and the inlet pressure valve on the anode side. Experimental
results have also been provided to show the controller performance. However, the effects of
HTL are not considered in the control design.

Fuel overpressure control together with the control of the air stoichiometric ratio and
the air pressure is discussed in [24] via simulation results, for a PEM fuel cell with hydrogen
recirculation. This method used both linear and nonlinear control techniques by employing
a linearized model of the system to achieve the performance requirements. A time-delay
control is applied for controlling the reactant’s flow rate as well as the stack fuel overpressure
in [36], considering a complete model of the fuel cell system.

Application of the Model Predictive Control (MPC) method [37] in related fuel cell
control problems is discussed in [38—43]. Using the MPC approach, actuator limitation as
well as output constraints can be formulated as part of the control problem. FOP control
in [33] is achieved via the Back Pressure Valve (BPV) in a PEM fuel cell system with the
inclusion of HTL. Both model and controller are experimentally verified using the Ballard
3kW test station. The pneumatic modeling technique has been applied to capture the fuel
supply system behavior. In [40], FOP control in a dead-ended anode configuration is carried

out by the MPC approach during periodic purging.

1.3.2 Hydrogen concentration control

Various anode configurations with different fuel efficiency and cell performance are available.
In a PEM fuel cell the phenomenon of gas crossover is inevitable, i.e., regardless of the
membrane thickness or type, gas permeation will always take place. This is driven by the
concentration gradient. Therefore, nitrogen (N3) will cross over to the anode side due to
the higher Ny concentration on the cathode side. Accumulation of nitrogen on the anode
side will eventually result in decay in the stack voltage as well as the cell performance. In
an anode with recirculation configuration, it is necessary to model the N» gas build up on
the anode side to design an active purge control.

Different anode configurations are depicted in Figure 1.4. In [44], a simple analytic
model for the nitrogen gas build up on the anode side of a PEM fuel cell is provided.
It has been shown that in a pure recirculation anode, dilution of hydrogen with nitrogen
can significantly deteriorate the cell performance. A slight anode outlet flow bleed can
considerably improve the performance by dropping the anode Ny concentration. Effects
of HTL are not considered in their work. The performance of a PEM fuel cell with a
dead-ended anode structure is more prone to nitrogen (N2) accumulation [45,46].

A complete study of the nitrogen build up in a PEM fuel cell is presented in [47].

According to this study, nitrogen crossover depends on several factors including the fuel No
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Figure 1.4: Different anode configurations [44] (used with the permission of Elsevier)

content, power level, membrane thickness, and the purge rate. Their study demonstrates
the effect of Ny build up on the performance of a 90 kW PEM fuel cell system. In a similar
study [48], crossover of nitrogen is measured by the help of a mass spectrometer at different
operating conditions, for both the OCV and power generation conditions. Based on this
study, Ny crossover increases with temperature in all relative humidity (RH) states.

A complete study of nitrogen crossover in a PEM fuel cell system with different purging
strategies is presented in [49]. Using the validated stack data, the proposed model is verified.
Simulation results for various purging techniques show that the anode bleed-out of 3%
maintains the Ny concentration to less than 1%. Both fixed and automatic purge intervals
are simulated. However, no experimental verification of the purging strategies is presented.
Furthermore, the effects of HTL are not included in the model. An anode purging strategy
for a single cell PEM fuel cell is discussed in [50], using a mathematical model for estimation
of nitrogen build up. The model is experimentally validated based on variations in the cell

voltage.

1.4 Thesis objectives

The primary goals of this research are to address membrane longevity and fuel economy. In

this thesis we address the following objectives:

e Dynamic modeling of the fuel supply system employed by the controller



e Fuel overpressure control in presence of hydrogen transfer leaks
e Hydrogen concentration control to enhance fuel economy

Modeling of the FSS is developed according to the anode configuration. Common FSS
topologies are presented in chapter 2 along with more details on each configuration and their
respective components. Furthermore, by deploying the pneumatic modeling technique, a
dynamic model of the FSS is provided for each configuration together with the experimental
validation.

Fuel overpressure control is thoroughly discussed in chapter 3. Using the model pre-
dictive control approach, the controller is designed and experimentally validated. More
importantly, the effect of hydrogen transfer leak is included during the entire process. Be-
sides improving the stack performance, FOP control could potentially reduce the hydrogen
emission.

In a novel approach, a model-based method for estimation of anode hydrogen concen-
tration is proposed in chapter 4. This approach is further employed in the multivariable
control of hydrogen concentration and fuel overpressure. Finally, in chapter 5, this work
is concluded by summarizing the key achievements as well as indicating the pathways for

future works in this area.

1.5 Summary

Modeling and control of the fuel supply system used in various literature were summarized
in the chapter. Some important control-oriented models that have been used extensively in
the related fuel cell control studies were presented. Hydrogen transfer leak modeling was
also discussed. Furthermore, an overview of some of the existing works in control of fuel
overpressure and hydrogen concentration were provided. Finally, the objectives of this work

were summarized.
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Chapter 2
Modeling of Fuel Supply System

The fuel supply system encompasses all subsystems on the anode side which varies depend-
ing on the anode configuration. In this chapter, three primary FSS topologies, namely, the
flow-through anode, the dead-ended anode, and the anode with recirculation (AWR) are
explained. We will cover a detailed description of the components in each topology as well
as the usage of each setup. The pneumatic modeling technique, covering both the plant and
the actuator modeling, is also presented. Hydrogen leak characterization based on an ex-
situ measurement setup is provided in this chapter. Finally, the results of the experimental

validation for modeling each anode configuration are shown.

2.1 PEM fuel cell system configurations

There exist three primary anode configurations including, the flow-through anode, the dead-

ended anode, and the anode with recirculation which are discussed next.

2.1.1 Flow-through anode

This anode configuration is primarily suitable for research purposes. Due to the continuous
purging of hydrogen at the outlet, this setup possesses a poor fuel economy as the unused
hydrogen is wasted. However, the flow-through mode provides a suitable platform to study
the FC stack as well as the effects of various operating conditions on system performance.
Furthermore, modeling and control algorithms can be developed and evaluated for this
configuration before applying them to more practical setups.

Figure 2.1 shows the Piping and Instrumentation Diagram (P&ID) of the Ballard 3kW
fuel cell test station with the flow-through anode. Considering the anode side in Figure 2.1,

the main components are as follows:

e Fuel delivery unit: This comprises of the hydrogen reservoir as well as the input
pressure regulator which reduces the pressure of the tank to below 40 psi (this pressure

setpoint is adjustable).

11
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Figure 2.1: The schematic of the Ballard 3kW test station with the flow-through anode [33]
(used with the permission of Elsevier)

e Mass flow controller /meter: The purpose of using a mass flow controller (MFC)
is to adjust the anode input hydrogen flow rate. This device can also be employed in
the mass flow meter (MFM) mode where it only measures the input hydrogen flow
rate. The input Hs flow rate is set according to the Hs stoichiometry, A, which is

defined in the following:

5\ = amount of input hydrogen _ Min (2.1)

~ amount of hydrogen consumption  7i,

where the inverse of A is known as the hydrogen utilization.

e Humidifier: To improve the FC performance a humidification unit is used to increase
the proton conductivity of the fuel cell membrane, which otherwise stays dry [2].
As shown in Figure 2.1, both anode and cathode sides are humidified, where on the
cathode this increases the oxygen reduction reaction. Figure 2.2a shows the humidifier

used in this study.
e Fuel cell stack anode: A 9-cell Mk1100 PEM fuel cell is utilized in this work.

e Condenser: A condenser is used to remove water from the anode. This water on the

anode side is the result of humidification as well as the back-diffusion of water from

12
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the cathode side. The removal of water will improve the control action achieved by the
actuator by protecting it from flooding. Figure 2.2b depicts the condenser unit that is
deployed in this work. It is composed of 2 condenser units with a water separator for
each unit. To ensure complete removal of water, an extra water separator is employed.
The main reason for water removal is the protection of measurement devices, such as

the MFM, whose functionality is jeopardized by liquid water.

Figure 2.3: A proportional solenoid valve

Back pressure valve: This actuator in the flow-through anode is responsible for
controlling the inlet pressure of the stack on the anode side based on the desired fuel
overpressure. However, in the dead-ended anode or the AWR configurations, the back
pressure valve (BPV) is utilized as the purge valve for controlling the fuel purging.

The BPYV is a proportional solenoid valve which is illustrated in Figure 2.3.

13



e Pressure sensors: Different pressure sensors are installed to monitor the changes in

pressure at various spots on the anode side.

2.1.2 Dead-ended anode

Considering PEM fuel cell products, either the dead-ended anode or the anode with re-
circulation structures are deployed. In stationary systems, due to sizing flexibility, the
dead-ended anode structure is commonly used. This configuration is more prone to No
crossover since the anode outlet path is blocked when the purge valve is closed. Figure 2.4

depicts the dead-ended anode setup where the air side configuration is similar to the one in

Figure 2.1.
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Condenser T;Ju
o U 0 c
5 ~| Anode U™ = {%—)
Pressure ‘
control
P
valve I Pressure
H2 tank | N e
Humidified |o Cathode LI | Gas stream
[

Air

Figure 2.4: The schematic of the Ballard 3kW test station with the dead-ended anode [40]
(used with the permission of IEEE)

Comparing Figures 2.1 and 2.4, the following changes in the setup are noticeable:

e Pressure control valve: This valve is used for regulation of the stack anode inlet
pressure according to the required FOP. In flow-through mode, this pressure was
controlled by the BPV.

e Purge valve: The BPV’s role in this configuration is as a purge valve which aims at
maintaining a higher anode Hs concentration. In general, fuel purging is performed

based on a timing scheme which can be periodic or dynamic.

2.1.3 Anode with recirculation

The AWR structure is the most efficient anode configuration which elevates Hs utilization
by recirculating the unused hydrogen back into the stack. A Hydrogen Recirculation Blower
(HRB) is placed parallel to the fuel cell stack, as shown in Figure 2.5, illustrating the AWR
configuration. The fuel cell stack and the HRB form a loop which is known as the anode
loop. The P&ID of the PEMFC with AWR configuration is shown in Figure 2.6. Aside

14



from the aforementioned components for the dead-ended anode configuration, the following

components are used in the AWR structure:

e Hydrogen recirculation blower: Using A brushless direct current (BLDC) motor,
the HRB recirculates the anode gas mixture consisting of Hs and Ns. To control the
HRB pump speed, a control voltage V4 is applied. Table 2.1 provides the equivalent

pump rotational speed for some selected Vj,ps.

Zi) VAN
H2 sensor
yl . Y
- N3 o
.f‘g/ iA

Figure 2.5: The Ballard 3kW test station with hydrogen recirculation blower

e Anode loop MFM: This flow meter is specifically used for measuring the gas mixture
flow rate inside the anode loop. The flow meter is capable of measuring both Hy and
Ny gas flow rates. The presence of the condenser inside the anode loop and before the

MFM ensures secure operation of the MFM which is also shown in Figure 2.5.

Table 2.1: The rotational speed of the HRB pump for selected control voltages

control voltage [V] pump speed [rpm]

1 440

2 1032
3 1589
4 2171
) 2770

e Hydrogen sensor: A 0-5 volts hydrogen sensor from Neodym Technologies is em-

ployed for measuring the hydrogen concentration inside the anode loop. Similar to

15



the loop MFM, the Hy sensor is operating safely, since it is not exposed to any water

molecules due to the usage of the condenser. Table 2.2 shows the Hy sensor voltage

for some selected Hy concentrations. This sensor is also highlighted in Figure 2.5.

Table 2.2: The hydrogen sensor voltage for various hydrogen concentrations

Pressure
Regulator

Hj concentration [%]

sensor voltage [V]

100
90
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65

4.8
4.8
4.6

TE Pressure
Control

H2 tank Heat

Exchanger

Chilled
Water

Pressure
Regulator

Air

MFC

Valve

Hydrogen Recirculation Blower

Cool Water
Reservoir

-
o
o

(&
T H
T o T
R I T Tg
[ Anode I 11
Purge Valve
Condenser MFM 9
Ty e T
. | —| - ! ?13 Pressure sensor
Q Back Pressure H H
Condenser Valve : H
' ydrogen sensor
H
.
.
.
H Termocouple
:
.
f S —
| — MFM
H
H Gas stream
.
H

Figure 2.6: P&ID of the Ballard 3kW test station with anode recirculation

2.2 Pneumatic modeling

To capture the dynamic behavior of the entire PEMFC system, the pneumatic modeling

approach introduced in [13] is utilized. According to this technique, each component is

modeled by pneumatic variables such as the pneumatic resistor and the pneumatic capacitor.

The friction forces in gas flow channels are reflected via pneumatic resistors while pneumatic

capacitors express the storage potentials of components.
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Depending on the flow regime, a pneumatic variable can be laminar or turbulent. This
is decided by the Reynold’s number, Re, where for Re > 2500 the flow is turbulent, and
otherwise, it is laminar. In this work, the flow regime is laminar. Therefore, all pneumatic
variables are laminar. Turbulent flows are likely to occur in high flow rates which cause
the pneumatic variable to be nonlinear. For a laminar resistor (Ry,), the following relation
holds between the pressure drop across the resistor (AP), and the flow rate through the
resistor (Q):

AP = R;Q (2.2)

In the rest of this section, a pneumatic model of each anode configuration is developed

first, followed by details of actuator modeling.

2.2.1 System model

Employing pneumatic variables, each of the aforementioned anode configurations can be
modeled. Starting with the flow-through anode, Figure 2.7 illustrates the equivalent circuit

of the system in Figure 2.1, in analogy to electrical systems.

Muwi Mcons Mwo
I’;1 in Rin Rn Ric Rc r{,] .
T AAVAY, J_’\/\/\/ : ‘\/\/V—_L—’\/\/\/ >
- Pout

Rv

Pi Pi1| T
" ‘Cin Ph ‘Ch Cfc ‘ .

Figure 2.7: The pneumatic model of the flow-through anode

Pressure variables in Figure 2.7 point to the same nodes as in Figure 2.1. Each com-
ponent located between two consecutive sensors is replaced by its pneumatic model. These
include the inlet manifold, the humidifier, the PEM fuel cell anode, the condenser, and the
BPV which is the actuator. The input hydrogen flow is expressed by a flow source since
the MFC supplies a fixed flow rate depending on the load consumption as well as the Hs
stoichiometry. The added water by the humidifier is also represented by a flow source. As-
suming 100% relative humidity [2], and in reference to the cathode side calculation provided

n [13], the water mass flow rate is obtained as follows:

RH2 Psat(T) — 8.936 Psat(T)
RHQO Pl - Psat(T) Pl - Psat(T)

(T = 60°C) (2.3)

Mhum =
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where Py is the saturation pressure of water. In addition to this, a back-diffusion of water
from the cathode side and the drag of water molecules, due to electro-osmotic phenomenon
[2], would also affect the total water flow rate which are not considered for this study. This
leads to the same water mass flow rate as stated in (2.3), at the condenser knock out; i.e.,
Mo = M-

Moreover, the load consumption is also shown by a flow source in the model. This flow

can be calculated using the Faraday’s law as stated in the following;:

NI

e = i 2.4
Me = 53 (2.4)

where N is the number of cells, I is the load current, and F' is the Faraday’s constant.
Lastly, the BPV is modeled as a variable resistor since as an actuator, it should be
adjustable to regulate the pressure. The details of the actuator model are provided in
section 2.2.2.
Using the pneumatic model in Figure 2.7, the flow-through anode configuration can be

represented in a state-space form as follows:

T, —
Cintiy = —— - 2+
n
. xr1 — X2 €T2 — X3
Chig = -
Rin Rh
. T2 — T3 T3 — T4
Crez = — 4+ wy — w 2.5
fe3 R R;. 2 3 (2.5)
. Tr3 — T4 T4 — U
Coty = —
ct4 Rfc Rc
Yy=x3

where x(t), u(t), and w(t) are expressed here:

T

2(t) = [Pu(t) Pu(t) Pi(t) Po(1)]

u(t) = Pour(?) (2.6)
T

w(t) = {mm(t) M (t) mmm(tﬂ

Therefore, the pressure variables on the anode side are the state variables which include
the inlet manifold pressure, the humidifier inlet pressure, and the stack anode inlet and
outlet pressures. Also, the hydrogen input flow rate, the water flow rate, and the Hs
consumption flow rate are included in the disturbance vector. To achieve a linear state-
space model, the control input (u) is chosen as the output pressure instead of the valve

resistor (R,) in Figure 2.7. As will be clarified in section 2.2.2, the nonlinear valve model

18



is expressed as follows:

Pout - f(‘/ma mo)

Rv - out/mo

(2.7)
(2.8)

where P, is the output pressure, 7, is the output flow (Figure 2.7), and f is the nonlinear
valve model. Therefore, by selecting P,,; as the control input, the valve resistor can be
calculated using (2.8). In the flow-through anode, the output flow can be written as stated

here:
mo = min - mcons - mleak (29)

where Mjeqk is the leakage flow which is considered as zero at this point.

In a matrix form, the state-space model is written as follows:
&(t) = Az(t) + Bu(t) + Ew(t) (2.10)

where matrices A, B, and E are defined below:

-1 1 -

0
1 —R;, — Ry, 1 0
| RinCr RinRpCh RpCh,
A= ' ) Ry R . (2.11)
R,Cy. Ry R,Cy. Ry.Cy.
1 - c C
0 0 Ry R
L Rfccc RfCRCCC i
1 T
B=|0 0 0 2.12
R.C. (2.12)
- }
0 0
Cin
0 0 0
E= L (2.13)
Cre  Chpe
0 0 0

Next, the pneumatic model of the dead-ended anode is depicted in Figure 2.8 based on
the P&ID schematic in Figure 2.4.

Compared to the flow-through anode, there exist some differences in the model. Instead
of an input hydrogen flow source, a voltage source is used. This stems from the fact that
in the flow-through anode, the hydrogen flow can be set to any value since there is always

a path for its exit (continuous purging). However, the dead-ended anode is subjected to
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Figure 2.8: The pneumatic model of the dead-ended anode [40] (used with the permission
of IEEE)

periodic or dynamic purging which affects the input flow rate. Therefore, the pressure after
the upstream regulator which is constant is replaced with a voltage source. Moreover, there
exist two actuators in this configuration, namely, the pressure control valve (R,) and the
purge valve (Rp). The humidifier is not used in this anode mode. Crossover of nitrogen

is also reflected via a flow source. Considering Figure 2.8, the following equations can be

written:
CycPy = P“"‘Rvpl — Meons — PlRfCPZ (2.14)
CLBy — P1R—fCP2 B P ;%cpout + i, (2.15)
Min, = Pi”R:H (2.16)

The purge valve operates in the ON-OFF mode which introduces significant pressure
variations across the valve. Depending on the application, the purge valve can run period-
ically or dynamically. Assuming periodic purging, the output pressure is considered as a
disturbance input and therefore, P, is used in (2.15). The actuator command in (2.14) is
the valve resistor R,. However, to obtain a linear state-space model the input flow rate is

assumed as the control input as stated in the following:

Py, — P

" (2.17)

Ue = Min =

The state-space formulation of the dead-ended anode with periodic purging can be

developed as follows:

. —xr1+x
Cfcxl:%—wl—i—u
Je (2.18)
Coa :331—962_|_w X2 — W
ct2 Rfc 2 Rc
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where z(t), u(t) and w(t) are defined in (2.19):

T

2(t) = [m1(t) 20)] = [P(1) Bo(o)]

u(t) = uc(t)

T

T
w(t) = [wi(t) walt) ws(t)] = [eons(t) 1y (t) Poue(t)]
(2.19)
The state variables are the stack anode inlet and outlet pressures. The control input
signal (u) is the input flow rate as provided in (2.17). The disturbances wi,ws and ws
are the hydrogen consumption flow rate, the nitrogen crossover flow rate, and the output
pressure, respectively. The consumption flow rate cannot be zero. In a matrix form, the

state-space model is expressed as follows:

B
—_—
. ) U
F=Avt[ BB ]|
' w (2.20)
y=Cx
r—1 1
A RfCCfc RchfC
- 1 —R. — Ry,
L Rchc RchcCc
1 @ -1
! 0 0 (2.21)
p=| G | Cre L,
Y @ R
c=1 0

The choice of matrix C depends on the control objectives where an arbitrary matrix is
introduced in (2.21).

Lastly, the pneumatic model of the anode with recirculation is shown in Figure 2.9 for
the schematic of the AWR, configuration in Figure 2.6. There exist 3 actuators in the AWR
structure where depending on the control task each of them could be utilized. These are
the pressure control valve, the purge valve, and the HRB.

The HRB is shown with a variables flow source, and the effects of nitrogen and water

are included in the model. Considering Figure 2.9. the following equations are valid:

21



. Rv

_ _ Pout Re
Pin P1|— ) Pl Q >

Figure 2.9: The pneumatic model of the anode with recirculation [34] (used with the per-
mission of IEEE)

P, P, . . P, — P

Cfcpl = ZnR,U ! +m, — Mcons 1Rfc 2 (222)

. P1 - P2 P2 - Pout .
C.Py, = 2.23
. Rfc R. g ( )

Py — Pour  Pour | .

= 2.24
7 R, + iy (2.24)

The choice of a state-space representation is directly related to the selection of controlled
variables as well as control inputs. In [34], the control inputs are the pressure control valve
(Ry) and the purge valve (R,). The HRB operates at a fixed voltage. The state-space
of the system is linearized around each operating condition in [34]. However, similar to
the approach used for the other two anode configurations, nonlinear transformations, as
provided in (2.25) and (2.26), can be used to linearize the system:

Pin, — Py

P, out
RP

(2.26)

UQZmO:

These nonlinear transformations lead to a linear state-space model as shown here:

. —r1+x
Cfcxl = 172—?1}14'74124‘71/1
Ry,
Xr1 — T2

Ry,

(2.27)

Co.ag = + wo + w3 + U2
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where z(t), u(t) and w(t) are defined in (2.19):

- T T
o(t) = [11(t) 0] = [Pt) Poo)]

_ . .
ult) = ui(t) ()] = |riin(t) rio(t)] (2.28)

T

- T
w(t) = _wl(t) wa(t) U)S(t)} = [mcons(t) my(t) mNz(t)}

The state-space model in (2.27) can also be expressed in a matrix form as provided in
the following:
&(t) = Az(t) + Bu(t) + Ew(t) (2.29)

where matrices A, B, and E are as follows:

-1 1
R:(.Ct. R¢.Crte
A |BreCre ByeCy
1 -1
_RfCCC Rchc
10
B= (2.30)
0 1
11 0
C:
0 1 1

2.2.2 Actuator model

Depending on the PEM fuel cell configuration and the control objectives, actuator signals
are then chosen. In the flow-through anode only the back pressure valve is the actuator.
In the dead-ended anode, the pressure control valve and the purge valve are the actuators
where one or both can be used as control commands. In the AWR configuration, the HRB
is also an actuator, in addition to the pressure control valve and the purge valve.

In this study, the valves (both the pressure control valve and the purge valve) are pro-
portional solenoid valves. By applying an input control voltage, the valve orifice is opened
commensurate with the voltage. Considering the pneumatic model of the valve, changing
the control voltage would affect the valve resistor. In general, the dynamic behavior of the

valve can be expressed in this manner:

AP, = f(Vip, Quv) (2.31)
Rv = APU/Q’U (2.32)
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where AP, is the pressure across the valve, and @, is the flow through the valve.

In the previous section, the system model was represented in a linear state-space form.
All nonlinear transformations that were used in different anode configurations for deriving
a linear model include the valve resistor at the denominator. For instance, looking at
equations (2.25) and (2.26) both R, and R, are located at the denominator. Once the
control action is determined by the controller, using the valve model and the pressure
measurements, the control input of the valve can be calculated as stated by (2.33). The

valve modeling results are provided in Section 2.4.2.
Vin = f_l(APv,Qv) (2'33)

The hydrogen recirculation blower is controlled by input voltage that is applied to a
Brushless Direct Current (BLDC) motor. To accurately model the HRB, knowledge about
the BLDC motor is required. A more practical approach is to obtain a model reflecting the
HRB’s role in the system in a real scenario. This results in determining the recirculated
flow by the HRB for various stack anode inlet pressures and input voltages as stated by the

function g¢:

Qurv = 9(Prrty, Virp) (2.34)

where based on Figure 2.9, this can be written as follows:

Q?" = Q(Pla Vhrb) (2.35)

As will be clarified in chapter 4, Ny crossover will decrease the Hs concentration on the
anode side. Depending on the hydrogen gas concentration (xy), @, can be different for the
same inlet pressure and input voltage. Therefore, (2.35) can be extended to include various

Hs concentrations:

Qr = 9(P1, Viro, Tn) (2.36)

Another way of describing the HRB dynamic response is to use the pressure drop across
the HRB (APp,p) instead of the inlet pressure, in which case there is no need to include
xy, in the HRB model. In fact, x; affects the pressure drop. Therefore, x; can be dropped
from the model as stated in (2.37). However, in practice this requires keeping the pressure
dropped, as well as the input voltage at fixed values to measure the (),., where maintaining

a fixed pressure drop is not trivial.

Qr = g(APprb; Viurp) (2.37)
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Therefore, the model in (2.35) is used as the HRB model without having to include the
BLDC motor characterization. The result of HRB dynamic modeling is also provided in
Section 2.4.2.

2.3 Hydrogen transfer leak model

During the system modeling, leakage of hydrogen due to membrane pinholes was not con-
sidered in the model. In fact, HTL is a very common defect in PEM fuel cell systems. In
the pneumatic system model, HTL can be added as an additional flow source that is placed
at either side of the stack depending on the location of pinholes. In the flow-through anode
configuration, as provided in [33], this is placed at the inlet side of the stack as shown in
Figure 2.10:

Muwi Mcons Mwo
min Rin Rn Ric Rc r{,] .
J_’\/\/\/ J_’\/\/\/ ‘\/\/\/—_L—’\/\/\/ >
- Pout
Pin Ph Pi| T J P2 Rv
‘ in ‘ Ch Ctc m ‘ .
leak

Figure 2.10: The inclusion of hydrogen transfer leaks in the pneumatic model [33] (used
with the permission of Elsevier)

In a similar way, HTL can be included in the other anode configurations. In general,

HTL is a function of leak size as well as fuel overpressure as stated in [27]:
Qleak = H(37 FOP) (238)

where s indicates the leak size while FOP is the fuel overpressure. Depending on the
leak rate, pinhole sizes are categorized as small, medium, and large, respectively. Since
membrane pinholes accelerate the degradation process, it is necessary to control or reduce
the leak rate. Therefore, including the HTL model will facilitate the control task. In the
state-space model, HTL is included in the disturbance vector as stated in the following for

the flow-through anode:
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1 — T2

Cin®1 = — R + wq

Chiry = l‘lR—m:rz _ 362};;3

Cheis = x2};hx3 - ng_fj4 + wg — w3 — wy (2.39)
Cety = x?’R_fCM — MR_C =

Yy=x3

u(t) = Pou(t) (2.40)

T
w(t) = [1in(t) Tri(t) eons(®) Ttea(?)]

Similarly, the state-space model of the dead-ended anode and AWR configurations can be
extended to include hydrogen transfer leaks as a disturbance in the model. Characterization

of hydrogen transfer leaks is provided in Section 4.2.3.

2.4 Results

In this section, modeling results are presented which includes parameter identification as
well as experimental validation of the model. Moreover, characterization of the hydrogen

transfer leak using the ex-situ measurement setup is provided.

2.4.1 System model parameters

Considering the flow-through anode system in Figure 2.10, the following parameter vector
is defined:

T
U= |:Rzn Ry, Rfc R. Ciy Cp Cfc Ce (241)

As already mentioned, the flow regime as well as the parameters are laminar. To derive
parameters, a series of input hydrogen flow rates are supplied to the anode side, and the
pressure sensor values are measured [13]. During this, the BPV is fixed at the fully opened
position (Vj, = 10) to disengage the actuator effect [13]. Setting the valve in any other
position (Vj, < 10) would not affect the laminar variables.

For parameter identification, the following least square function has to be minimized [13]:

N
o = Z (ymea(k) - ym(k))2 (2'42)
k=1
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where y,eq is the measurement vector, and y,, is the equivalent pneumatic model of each
component in the linear subsystem [42]. Figure 2.11(a) illustrates the test scenario used
for parameter identification while Figure 2.11(b) depicts the verified simulation model with
the experimental data. The simulation model is developed using Simulink environment

in Matlab based on the procedure explained in [13]. Table 2.3 summarizes the identified

parameters.
35.0p () (b) - .
1 —H, flow rate 135.0k i Elr?
30.0u+ 130.0k —P1
S 25.011 S 125.0k - P2
= 1 © ]
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S ' @ 115.0k -
= ] 110.0k
10017 105.0k___ et
5. O e p—r——r—— 100. 0K =yt p—r——r——
0 100 200 300 400 500 600 0 100 200 300 400 500 600
time [s] time [s]

Figure 2.11: (a) The input hydrogen flow rate intended for parameter identification, (b) Ver-
ification of the simulation model with the experimental data [33] (used with the permission
of Elsevier)

Table 2.3: Model parameters on the anode side [33] (used with the permission of Elsevier)

Parameter Value Unit
C; 2.6 x 1077 ms?
Ch 24 %1077  ms?
Cye 6.8 x 1079 ms?
C. 9.8 x 107 ms?
Rin 6.2 x 10" (ms)™?
Ry, 2.8 x10%  (ms)~!
Ry, 2.3 x10%  (ms)~!
R, 0.5x 108  (ms)~!

2.4.2 Actuator characterization

Both the pressure control valve (located upstream of the stack) and the purge valve (located

at the anode outlet) are proportional solenoid valves. To obtain the nonlinear valve dynamic,
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for various hydrogen flow rates, the valve input voltage is changed, and the pressure across
the valve is measured. To run this test, the load current is set to zero to avoid the load
effect. Also, the PEM fuel cell stack includes intact membranes only. This will result in a
complete look up table representing the actuator model. The valve characteristic function
has been introduced in a general continuous form via (2.31) and (2.33). Actuator modeling
is shown in Figure 2.12 where P,,; is the pressure across the valve which was denoted by u
in (2.5) and (2.6).

In high flow rates (172, > 6 slpm), variations of the hydrogen flow would only slightly
affect the curve in P,,; — V;, plane. Therefore, one average function for the P,,; — V;, curve
is used at high flow rates. Similarly, for the low hydrogen flow rates (r;, < 6 slpm), a
new average function is deployed. The valve is of a solenoid type and has a small level of
hysteresis (less than 3%) in its voltage-flow response. This hysteresis is neglected. Among
different nonlinear curve-fitting methods, the exponential function closely describes (2.33)
as provided in Table 2.4. Applying (2.33) to the flow-through anode configuration of Figure
2.10, the following holds:

Vin = f_l(Pouta mo) (243)

The operating range for V;, is between 0 to 10 V. However, as illustrated in Table 2,
this range is limited to between 2.5 and 6 V for (1, > 6 slpm), and to between 2.5 and 5.1
V for (1, < 6 slpm). This is due to the orifice size of the valve which is incorporated in
this work. The valve is capable of operating at much higher flow rates (=~ 1000 slpm) while

the maximum hydrogen flow rate used in this study is only 50 slpm.

Table 2.4: The valve characterization (Pyy is relative to Py, ~ 1bar) [33] (used with the
permission of Elsevier)

MMp, [slpm] P, [kPa] Vin [V]
Thin < 6 Pout > 150 2.5
Thin < 6 P <1 5.1
Tin <6 1< Poyy <150 9.3¢7 0002 out 1 3.9e=2.9%107 Pous
Thin > 6 Pt > 160 2.5
min > 6 Pout < 2 6

fin > 6 2 < Py < 160 4.1~ 00004 out 4 4 9¢=3-2x107 Pout

The next actuator is the hydrogen recirculation blower whose model was explained in
Section 2.2.2. The HRB dynamic behavior is shown in Figure 2.13 for various stack inlet
pressures and input voltages. Assuming that the purge valve operates periodically, the Ho
concentration remains close to 100%. Therefore, in Figure 2.13 only the pure hydrogen case
(xp, = 1) is illustrated.
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Figure 2.12: The 3D model of the valve characteristic function [33] (used with the permission
of Elsevier)
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Figure 2.13: The HRB characterization for various anode stack inlet pressures
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2.4.3 Hydrogen transfer leak characterization

Different approaches for measuring the HTL flow rate are presented in [27] and [32]. In this
study, different membranes with small, medium, and large leak sizes are employed. The
sizing of the membrane pinholes is decided according to the data in Table 2.5, which is

defined specifically for this study.

Table 2.5: Leak size classification for cross-pressure € [1,7] psi [33]

Leak size  ex-situ leak rate [sccm]

Small(S) 0 < Myear < 15
Medium (M) 15 < myear < 50
Large(L) Myeak > D0

To classify the available membranes in terms of their respective leak sizes, the ex-situ
crossover measurement setup at Ballard, described in [27], was used. In Figure 2.14, for the
selected membranes, the results of the leak size measurements are shown.

As can be seen in Figure 2.14, the leak rate is typically proportional to the cross-pressure
between the anode and cathode sides. To build a fuel cell stack with 9 cells, a combination
of 8 intact membranes and a single leaky membrane was used. This was placed in the middle
of the stack as the fifth cell. As already mentioned, the rate of the hydrogen transfer leak
is a function of FOP and leak size [27].

175 T
1— >
1504 —p— M />/
£ 125- p—
o
£, 100
9 4
C 754
4 g
- d ’/
25+ —>
—
0 T v I !
0 2 4 6 8

cross-pressure [psi]

Figure 2.14: Characterization of hydrogen transfer leaks for three different sizes of pinholes:
Large(L), Medium(M), and Small(S) leak sizes [33] (used with the permission of Elsevier)
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2.5 Summary

Modeling of the fuel supply system was discussed in detail. Various configurations of the
fuel supply system and their differences in components and applications were presented.
Using the pneumatic modeling technique, each component was replaced by a pneumatic
representation, and then, the state-space model of each FSS configurations was obtained.
Actuator characterization as well as modeling of the hydrogen transfer leaks were also

explained. Lastly, the experimental results were provided.
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Chapter 3
Fuel overpressure control

Fuel overpressure control can substantially mitigate the effect of membrane pinholes in
performance degradation of PEMFCs by reducing the transfer of reactants through the
membrane. Furthermore, FOP control prolongs the lifetime of an intact membrane by
limiting excessive pressures across the MEA. In this chapter, a comprehensive discussion on

fuel overpressure control in various anode configurations is provided.

3.1 Control architecture

In chapter 2, the state-space model of various anode configurations was explained whereby
using a nonlinear transformation, a linear model was obtained. Both the linear model and
the nonlinear transformation should be included in the control architecture. Depending on
the control problem, the architecture can be different. In PEM fuel cell applications, FOP
control is usually carried out as part of a larger multivariable control problem. Therefore,
different architectures can be adopted which encompass FOP control.

Considering fuel overpressure control alone, Figure 3.1 illustrates the control architec-

ture:
w w
Setpoint (yd) I J, 7
Measured MPC - ).X =AX+BU |
output (y) y=CX |
|

Figure 3.1: The control architecture for FOP control with an MPC controller (used with
the permission of Elsevier)
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The controller used in Figure 3.1 is the Model Predictive Controller (MPC). y, is the
FOP setpoint. wu. is the control input which could be the pressure across the valve as in
(2.6), or the flow through the valve as in (2.17). f is the actuator model. In case of no
modeling mismatch (e,, = 0), f.f~! = 1, and hence, u = u.. However, if there exists
a modeling error, the actual control command (u.) will be different from the computed
command (u). If u. represents flow, then according to (2.43), to obtain the valve input
voltage (Viy), pressure measurement (AP) is required. e, represents uncertainties due to
the plant modeling error or any other unknown disturbance (e.g., HTL). The state-space
model was provided in (2.39) and (2.40).

3.2 Control design

The main controller objective is to maintain the fuel overpressure, at the inlet side of the
PEMEFC stack, within a specified region. To explain all details of control design, the flow-
through anode in Figure 2.10 is considered. The control design can be further extended to
multivariable control systems. The PEMFC stack can include degraded membranes with
pinholes. These pinholes cause a portion of the Ho flow to depart from the anode and
migrate to the cathode. From the control perspective, the change in the Hs flow rate affects
the pressure where the controller is responsible for the pressure recovery. This is especially
important in the case of large transfer leaks. Moreover, the change of flow would influence
the valve characteristic function. Note that Figure 2.12 was obtained using a PEMFC
stack with intact membranes. Therefore, the controller has to ensure the robustness of the
response to uncertainties.

Furthermore, the control problem is subjected to a number of constraints on the control
input as well as the system output. Therefore, the control problem is formulated as a
constrained control problem. The model predictive control method is used to achieve the
control objectives as well as to handle problem constraints. Regarding the output error
minimization with minimum changes of the control effort, MPC provides an optimal control
input [37]. Applicability to multivariable systems, ability to satisfy problem constraints, and
providing an optimal control input, make MPC a more powerful control approach than the
PID controller. Utilization of MPC, as the state of the art technology, in industrial control

applications, has grown significantly during recent years [37].

3.2.1 Performance requirements and problem constraints

As mentioned earlier, there are some requirements and constraints that are explained next.

1) Membrane safety: This requires the FOP to always stay above zero. This ensures no
crossover of oxygen to the anode side upon the presence of pinholes. The occurrence of the
reaction on the membrane surface on the anode side could severely damage the membrane

and undercut local hydrogen availability to the cell. This imposes an output constraint as
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follows:
y(t) — Pe3(t) > 0= FOP(t) > 0 (3.1)

where P,z is the stack inlet pressure on the cathode side, as shown in Figure 2.1. The
FOP setpoint falls between 0 to 2.5 psi for the safest and more durable operation of the
membrane. The control system promptly responds to the variation of P.3 to maintain the
FOP at a prescribed value. However, due to the possible latency in the controller reaction,
the FOP is not chosen near zero to avoid a feasibility issue for the MPC. In this work, the
setpoint for FOP has been chosen at 1 psi. Therefore, the controller should comply with
(16) during both transient and steady state operations.

2) Cell durability: To increase the longevity of a fuel cell membrane, from the system
perspective, fuel overpressure is bound by an upper limit to prevent the exertion of excessive

pressure across the membrane, as stated below:
y(t) — Pe3(t) < Ppaw = FOP(t) < Ppax (3.2)

where P, is chosen at 8 psi for this work.
3) Actuator limitation: The range and slew rate of the valve are restricted as provided

here:

Umin < u(t) < Umaz (33)

umin S u(t) < umaz (34)

As explained earlier, the operating range for V;, is from 0 to 10 V. Furthermore, based
on Table 2.4, due to the valve orifice size, this range is limited. Based on this, for r;, > 6
slpm, the valve fully opens for V;, > 6 V, and fully closes for V;, < 2.5 V. This changes
to between 2.5 and 5.1 V for 1;, < 6 slpm. Therefore, to ensure that the valve operates
between the two boundaries, u,;, is set at 2.6 V, and w4, is chosen at 5.9 V and 5 V for
high and low flow rates, respectively. Using (2.7) and Table 2.4, these actuator limitations

can be described in terms of P,,;.

3.2.2 Control problem formulation

According to (2.7), the input u (Ppy) to the state-space model is a function of V;,. The
inverse of this function in (2.43), as presented in Table 2.4, is used to convert the control

input u. to Vj, as shown in the control architecture of Figure 3.1.

Remark 1. In the control problem formulation, HTL is not considered in the prediction
model since it is an unknown disturbance during the system operation. Hence, Mjeqr =

0. This is a critical assumption for solving the MPC' optimization problem, which makes
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the model to be independent of unknowns. In Section 3.2.3, the effect of HTL as a non-

measurable disturbance is considered.

Since the problem encompasses multiple constraints to be handled, MPC is utilized.
Using an internal model, MPC predicts the system output, 4, over the prediction horizon,
H,. Consequently, MPC determines the future set of control inputs, 4, that minimizes
the cost function J in (3.5). For now, we assume that a perfect plant model is available.
Therefore, the actual and predicted outputs are the same, i.e., y = §. The same assumption
is applied to the actual and estimated control input. Throughout this section, the discrete

time notation is used where t = kT with T as the sampling time.

Hp Hy,—1
J(k) = > lly(k +ilk) = r(k+ i) 50 + D I1Auk + ilk)| 5 (3.5)
i=Hy i=0

where matrices () > 0 and R > 0 penalize the output error, and the control input, respec-
tively [37]. r(k) is the reference trajectory, and H, is the control horizon, which is usually
set lower than the prediction horizon. Moreover, H,, determines the start of the output
error penalization. Since the problem is subjected to various constraints, a constrained

optimization problem has to be solved at each sampling time.

Iillljltl J(y, Au) (3.6)
subject to:

w(k+ i+ 1k) = Agz(k + ik) + Bau(k + i|k) + Eqw(k + i|k) (3.7)
u(k +ilk) = u(k +i — 1k) + Au(t + k|k) (3.8)
2(k|k) = z(k) (3.9)
u(k — 1|k) = u(k — 1) (3.10)
w(k|k) = w(k) (3.11)
Umin < u(k +1ilk) < Umag (3.12)
Atimin < Aulk +ilk) < Aimas (3.13)
Ya — Ymin < Y(k +1|k) < ya + Ymax (3.14)

where AU, = [Au(k),- -+, Au(k + H, — 1)] is the vector of future control input increments
that is the solution to the optimization problem (3.5). For H,, <1i < H,—1, the control input
u remains unchanged. Therefore, Au(k+1i) = Au(k+ H, —1). In (3.7), A4, By, and E; are

obtained from the discretization of the continuous state-space model. Actuator limitations
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are reflected via (3.12 - 3.13), while the membrane safety and the cell durability constraints
are expressed in (3.14). Formulations (3.6 - 3.14) are based on the control structure in Figure
3.1 assuming no modeling mismatch. Therefore, no uncertainty is considered in deriving
them. Consequently, u and u. are equal. However, the actual actuator limitation is on the
range and the slew rate of the valve, where using (2.7) and Table 2.4 these constraints on
the valve input voltage can be described in terms of u (Pyyt).

The solution to the Quadratic Programming (QP) problem in (3.5) can be found analyt-
ically by having a linear model of the system. Ensuring the existence of a feasible solution
is the main challenge in the application of MPC. Actuator constraints cannot be violated.
However, the output constraint can be softened if a feasibility problem occurs [37,42]. The
convex cost function J in (3.5), with the linear equality constraint (3.7), and the convex
inequality constraints (3.12 - 3.14), form a convex problem. Therefore, any local optimum

is also a global optimum.

3.2.3 Stability and robustness

In this section, a brief overview of the system stability and robustness is presented. A more
comprehensive survey on these aspects of the MPC approach is provided in [51].

1) Stability: The open loop stability is verified via the eigenvalues of matrix A in the
state-space model. To ensure stability of the open loop system, these eigenvalues must not
have a positive real part. For instance, in the flow-through anode configuration, eigenvalues
of A in (2.11) have a negative real value (\;|?_; = —13.7,-0.2, —1.3, —2.6). However, using
the MPC, it is of interest to check the closed loop stability. Rawlings and Muske [52] have
shown that the stability is guaranteed by choosing an infinite prediction horizon. Therefore,
H), is set to a sufficiently large value during the controller implementation to achieve a stable
closed loop response. The state-space model of the flow-through anode in Figure 2.10, in a
discrete time domain, can be rewritten as follows:

B,

—_——
(kb +1) = Agz(k) + | By | Ey |

“(k)] (3.15)

where matrices A, B and E are provided in [33], with A4, By, and E; as their respective
matrices in a discrete time domain.

Provided that the pair (Ag, By) is stabilizable, any bounded input results in a bounded
output response. Despite being non-measurable, the hydrogen transfer leak is assumed as a
bounded input; i.e., meqr € VW, where W is a bounded set. Therefore, the system remains
stable for a varying but bounded HTL.

2) Robustness: During the control problem formulation, the effect of uncertainties was
not considered; i.e., perfect state estimation was assumed (Z(k) = x(k)). The uncertainties

can stem from the plant model mismatch as well as the unknown disturbance of HTL. In

36



regards to the plant model, uncertainties are related to both the linear model (identified by
the parameters in Table 2.3), and the valve characteristic function. MPC uses the linear
model as the internal model for the state estimation.

Provided that both the open loop and the closed loop systems are stable, norm-bounded
uncertainties (which is the case in this work) cannot impair stability. To eliminate the effects
of modeling error as well as HTL on the steady state response, an integral action is used.
According to this, the difference between the actual output, y(k), and the estimated output,
9(k), is used to provide an offset-free tracking performance [37]. This would consequently
affect AU that is the solution to the optimization problem (3.6), and determines a new
control input which meets the constraints. Note, that in the presence of uncertainties, the
actual and estimated control inputs are not equal, i.e., u # u.. This discrepancy is shown
by e, in Figure 3.1.

Finally, it has to be mentioned that the consistency of the identified parameters in Table
2.3 has been verified through multiple tests. Therefore, the plant model mismatch is to
a large extent related to the valve characteristic function f. Defining only two operating
regions for the actuator in Table 2.4, in addition to the neglected valve hysteresis, make the
actuator model more prone to inaccuracies. However, it is sufficient to use Table 2.4 in this

work, which will be clarified via the experimental results.

3.2.4 Control limitations

During the discussion on uncertainties, the crucial assumption was that all of the uncer-
tainties are bounded. In this work, the uncertainty level is high if the following condition
holds:

U — Ue

> (3.16)

Ue

where o = 15% in this work. The choice of o depends on the required accuracy for the
application. Either the plant modeling error or HTL could potentially result in (3.16) to
hold. To overcome this, the plant model can be updated. However, if the HTL disturbance
is very large, the controller would saturate and will be incapable of controlling the FOP.
This is the main limitation of the controller that could impede its functionality.

This can be explained by Figure 2.10, where HTL is shown as a flow source. If this flow
is large, most of the supplied flow rate (7i;,) is drained via 77eq,. Consequently, the flow
rate passing through the valve is becoming so small that the valve can no longer adjust
the pressure. This suggests that it might be better to also control the input flow rate 1m;,.
However, in this work, a testing priority was to choose a minimum number of actuators
to decrease the cost. Therefore, only the BPV is utilized for FOP control. Furthermore,

unlike the air flow control, this particular approach for fuel flow control is not in line with

37



practical applications. Fuel flow directly relates to fuel economy. Hence, compensating for
large leak rates by supplying more hydrogen is not a good idea since it wastes more fuel.
This limitation can also be rectified by replacing the defected membranes with intact
ones. In practice, the air flow rate is often controlled to cope with the effects of large transfer
leaks which will be discussed during the experimental results. However, this cannot solve
the aforementioned control issue. We have not included the air flow control in this work

since our focus here is on the significance of FOP control.

3.3 Results of controller performance

This section provides the controller performance results in regulating the fuel overpressure
in various anode configurations. As already mentioned, most fuel cell applications include
multivariable control problems. Therefore, FOP control is usually a part of a larger control
system. However, in this chapter, the focus is solely on FOP control in various PEMFC

structures.

3.3.1 Flow-through anode

First, performance of the fuel overpressure control system is shown for the flow-through
anode which is also discussed in [33]. Considering Figure 2.10, where the hydrogen transfer
leak was also included in the model, the controller performance is evaluated during the load
current change. The FOP control in the flow-through anode is achieved via an active control
of the BPV. Since the valve is continuously engaged in controlling the FOP, a portion of
the input hydrogen is continuously purged at the outlet. As mentioned before, the flow-
through anode possesses a poor fuel economy due to this continuous purging. State-space
representation of the system was expressed via (2.39) and (2.40). The control design and
formulation has also been discussed in Section 3.2.

Using the 9-cell Ballard PEM fuel cell stack, the controller is experimentally evaluated.
Moreover, to capture the leak effect on controller response, various membrane leak sizes
have been considered where the leaky cell is placed as the middle cell in the stack. Three
different leak sizes, namely, a large (L), a medium (M), and a small (S) leaky membranes
are incorporated in the stack. Testing scenarios that are used for each case are depicted in
Figure 3.2.

Figure 3.3 illustrates tracking performance of the FOP control system for the load
variation scenarios of Figure 3.2 and various membrane leak sizes.

According to Figure 3.3 a, b, & c, the controller is able to maintain the fuel overpressure
at the setpoint in spite of various hydrogen transfer leaks during the load changes. Moreover,
the FOP also stays within the desired region, which for this experiment has been set to +1
psi (= 6.9 kPa). The input hydrogen flow rate is chosen at a fixed rate (25 slpm) to

cover all the load demands considered for these experiments. As mentioned earlier, the fuel
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Figure 3.2: Load current variations for (a) large, (b) medium, and (c) small leaky stacks [33]
(used with the permission of Elsevier)
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Figure 3.3: Tracking performance of the controller for: (a) large (L), (b) medium (M), and
(c) small (S) leaky stacks. The control input (u.) and the model input (u) represented
in absolute pressure values for: (d) large (L), (e) medium (M), and (f) small (S) leaky
stacks [33] (used with the permission of Elsevier)
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overpressure setpoint has to be as low as possible. Therefore, the FOP setpoint is chosen
at 1 psi. It is possible to accept even a lower setpoint. However, due to delays in system
response, this could possibly result in a feasibility issue. The cathode side pressure changes
first, and the anode side reacts afterward. Therefore, there exists a latency in the anode
response.

In Figure 3.3 d, e, & f, both the control input u. and the system input u, corresponding
to Figure 3.3 a, b, & c, respectively, are shown which reflect the modeling error due to the
sources mentioned in Section 3.2.3. In all cases, the control input u. is higher than u (Ppy;)
during both the transient and the steady-state responses. The modeling error criterion in
(3.16) is approximately 8%. To reduce this gap, the plant model can be updated. However,
due to the aforementioned uncertainties, some level of offset between the modeled and the
actual responses are expected. In spite of this discrepancy between u and w., MPC retains a
stable offset-free tracking response. The prediction horizon (H, = 30) is chosen considerably
higher than the control horizon (H, = 2).

3.3.2 Dead-ended anode with periodic purging

In a dead-ended anode setup, fuel overpressure control is achieved by using the pressure
control valve located upstream of the PEM fuel cell stack. The BPV is used as a purge
valve in order to maintain the hydrogen concentration (HC) level in a desired region. The
HC control is the subject of the next chapter. Therefore, dynamic control of the purge
valve is discussed in chapter 4. Here, purging is carried out periodically. Hence, the control
problem only covers the FOP regulation. This work has been detailed in [40] where here
the results of controller performance are provided. The state-space model of the system is
expressed via (2.20) and (2.21) where the output pressure in Figure 2.8 (pressure across the
purge valve) is considered as a disturbance.

The performance of the controller in response to load dynamics, purging, and valve
model uncertainty is presented for a Ballard 9-cell liquid-cooled PEMFC test station. The
simulation is carried out on an experimental data set. The response of the controller is mea-
sured for a load and purge timing scenario of Figure 3.4. Notable in this figure are the three
load transients. First, the rising edge occurs immediately after a purge at 48s; followed by
the falling edge of the load at 279s which coincides with the purge valve opening. Lastly, the
drop in the load at 407s happens right after the purge action. These events represent spe-
cial cases in which the controller capability to maintain a satisfactory performance without
violating the constraints is examined.

The model predictive controller is implemented using MATLAB’s MPC Toolbox. The
sampling time of the controller is set to 0.1s to ensure a fast enough response with respect
to the fastest dynamic of the plant. The purging is performed every 30s at 7% duty cycle.
Due to the high frequency of purging, it is assumed that the concentration of Ny in both the

anode and the cathode is constant. This allows for the nitrogen crossover to be modeled with
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Figure 3.4: A simulation scenario indicating the load variation and periodic purging [40]
(used with the permission of IEEE)

a constant. The uncertainty in the valve characteristic function is modeled as a Gaussian
noise, e, as depicted in Figure 3.1.

The tracking performance of the controller is shown in Figure 3.5. The dashed red line
in Figure 3.5(a) shows the cathode inlet pressure, and the anode inlet pressure is illustrated
in the blue graph for Ps,; = 5000Pa. The tracking error of the controller is shown in
Figure 3.5(b). For the entire simulation, the error (e) remains within the desired range
of +5000Pa. From the 50s to 300s, where the load is high, the purging action causes the
control input to reach the upper constraint. This is because both load and purging drop
the anode pressure, and the controller is unable to sufficiently increase the control input
to recover the pressure. As shown in Figure 3.6, during this period the controller becomes
saturated at the maximum actuator constraint.

According to Figure 3.5(b), during the load increase, the controller has successfully
compensated for the load demand. Similarly, when purging and load-decrease occur simul-
taneously at 279s, the controller response remains satisfactory. However, during the falling
edge at 407s, there is no purging right after the transient, causing the controller to saturate
at the lower constraint. As a result, the anode pressure does not decrease as fast as the
cathode pressure, even with the control input at zero. With reference to the diagram of
Figure 2.8, in this scenario when the purge valve is closed and the control input is zero,

only the consumption decreases the anode pressure. Therefore, the system is bounded by
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Figure 3.5: The tracking performance of the controller: (a) Pressure responses on the anode

and cathode sides, (b) The tracking error and the constraints [40] (used with the permission
of IEEE)
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Meons- 1t is important to note that in all cases, the controller operates in the presence of

valve model uncertainty.

3.3.3 Anode with recirculation with load-based purging

Fuel overpressure control in the AWR setup with load-based purging is provided in Appendix
A. Besides FOP control, the hydrogen transfer leak rate is also reduced by using the HRB.
Hence, a multivariable control system is utilized. Since the purge valve operates in the
ON-OFF mode (with a frequency that is determined by the load), it is not among the
control variables. However, HRB is utilized for reducing the leak rate. In the case that
the HRB is not used as an actuator (i.e., operating at a constant voltage), the problem
will only include the FOP control which is to the most extent similar to the Section 3.3.2.
This multivariable control problem, that includes both FOP and leak control, is presented
in detail in Appendix A. Furthermore, the multivariable control of fuel overpressure and

hydrogen concentration is explained in the next chapter.

3.4 Reduction of hydrogen emission

In the presence of hydrogen transfer leaks, migration of hydrogen to the cathode would
take place. This excessive hydrogen could recombine with the oxygen (air) on the cathode
side and generate water. However, if the leak rate is high, this hydrogen could not only
combine with all of the available oxygen, but also this oxygen starvation can then cause
current-based production of hydrogen, which can also show up in the cathode exhaust. This
is known as a hydrogen pumping phenomenon and should be avoided because it can lead
to flammable or ignitable emissions in the cathode exhaust. Based on the experimental
observations, in the case of small or medium leaky stacks, the hydrogen transfer leak was
not observed to result in hydrogen emission, which is measured by a hydrogen sensor (from
RKI instrument) located downstream in the cathode exhaust. However, for large leaky
stacks, an Hs emission can occur depending on the fuel overpressure level and the load
current as shown in Figure 3.7. This figure shows that the lower the fuel overpressure is,
the less hydrogen emission occurs. The emission is represented as the concentration of
hydrogen in the cathode exhaust. In practice, aside from the FOP, the air flow could also
be controlled to reduce the emission. The excess oxygen entering the stack would react with
the transferred hydrogen leaks to prevent the Hs flow to the cathode exhaust by delaying

full oxygen starvation and the onset of hydrogen pumping.

3.5 Impact on the cell voltage

Various operational faults in the PEM fuel cells result in dropping of cell voltage. Figure 3.8

illustrates the effect of FOP on the cell voltage for small, medium, and large leaky cells, for
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Figure 3.7: The hydrogen emission as a function of fuel overpressure and load current in
a large leaky stack (cell leak > 50 sccm for cross-pressure > 1 psi) [33] (used with the
permission of Elsevier)

a load current of 20 A. In this figure, a large span for FOP is used to increase the resolution
on the cell voltage drop.

According to Figure 3.8, for the large leaky cell, the cell voltage collapses for all values
of fuel overpressure which indicates that the cell is operating nearly entirely oxygen-starved.
Nonetheless, the FOP still slightly affects the voltage level. This low voltage level is due to
an air starvation phenomenon resulting from the excessive reaction between the HTL and
the oxygen in the cell. This depletes the air side from oxygen and hence, the cell voltage
drops. To recover the cell voltage, the air flow rate can be increased. In the case of the
small leaky cell, the cell voltage is barely influenced by the FOP, indicating that very little
hydrogen is crossing over. However, the impact of fuel overpressure on the medium leaky
cell exhibits more interesting results. By increasing the FOP, the cell voltage eventually
drops. The level of the voltage drop depends on the leak size, where in this test it drops
around 10% for the FOP increase from 1 to 15 psi. The absence of FOP control could
therefore further intensify this effect for a medium leaky cell. This will result in a severe
voltage drop as seen for the large leaky cell, and consequently, require retiring the stack
sooner due to low performance or emissions. This voltage drop can be explained via the
Nernst equation for the cell potential [2], as follows:

RT,  Py,P’

_ 0
E=E"+ TG In( (3.17)

Pu,o
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Figure 3.8: The cell voltage as a function of fuel overpressure for small, medium, and large
leaky cells for I = 20A [33] (used with the permission of Elsevier)

In the presence of HTL, hydrogen partial pressure, Pp,, drops due to the hydrogen
transfer to the cathode side. Therefore, the cell potential decreases. The fuel overpressure
control maintains the anode pressure at the desired level and prevents the reduction in Hy

partial pressure.

3.6 Summary

A comprehensive study of the fuel overpressure control in PEM fuel cells using the model
predictive control approach was explained in this chapter. The goal was to improve both the
transient and the steady-state behaviors of the FOP, which was achieved by maintaining the
fuel overpressure in the desired region. The use of the MPC ensured that the FOP stayed
within the limits and did not leave the desired region. Control design and limitations were
discussed. Experimental results of the FOP control in the flow-through anode setup, in
presence of various hydrogen transfer leaks were shown. Furthermore, the FOP control
in the dead-ended anode was provided. Finally, the effect of fuel overpressure control on

hydrogen emission as well as its impact on the cell voltage were discussed.
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Chapter 4
Hydrogen concentration control

This chapter covers the estimation and control of the anode hydrogen concentration in PEM
fuel cells. For an efficient operation of the purge valve, information about the anode Hs
content is necessary. This directly affects the fuel economy of the system. Using the outcome
of the estimation algorithm, control of Hs concentration is carried out in a multivariable
control structure. Results of both the estimation method and the controller performance

are also provided.

4.1 Model-based estimation of hydrogen concentration

Improving fuel economy in PEM fuel cells is crucial for cost-effective system operation.
Moreover, it contributes to fuel savings considering the limited sources of hydrogen fuel.
This section presents an innovative model-based approach for estimation of the anode hy-
drogen concentration, based on the pressure drop across the fuel cell stack. This model
correlates the pressure difference to the dynamic viscosity of hydrogen-nitrogen gas mix-
tures. The effect of water in the estimation model is not studied here due to the usage of a
condenser unit after the stack which knocks out the water from the anode. The results show
the capability of the algorithm to estimate the hydrogen content with less than 3% error,
in the anode side of a fuel cell test station. This station is equipped with a 9-cell Ballard
bus-type fuel cell short stack, a hydrogen recirculation blower, a condenser, a pressure con-
trol valve, and a purge valve. The proposed method promises a reliable and low-cost way
of monitoring the anode hydrogen concentration that can be utilized as a basis for purging.

The global necessity to transition from fossil fuels to green energy sources makes fuel
cells a prime alternative [1]. However, the shortage of hydrogen availability is the main
hindrance in this contention. Therefore, knowledge about the amount of available hydrogen
(H2), known as the hydrogen concentration (HC), in the fuel cell anode is vital.

Various phenomena in PEM fuel cells can alter the anode hydrogen concentration. Using

air as the medium on the cathode side results in the crossover of nitrogen (N2) to the anode
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side. This is driven by the gas concentration gradient [47] which reduces the anode HC.
Back-diffusion of water molecules from the cathode side can also change the anode HC, and
in the case of a fuel cell with membrane pinholes, migration of hydrogen from the anode to
the cathode side can further disturb the anode HC.

In this section, the detailed modeling procedure is explained. Using a pneumatic model
of the system, the effect of dynamic viscosity on the FC stack pneumatic variable is stud-
ied. This effect is further investigated for different hydrogen-nitrogen gas mixtures. The

estimation algorithm is then presented.

4.1.1 Use of the pneumatic model

The pneumatic model consisting of pneumatic variables such as resistors and capacitors [13]
was already explained in detail in Chapter 2. A complete pneumatic model for the 3kW
test station has been provided in [33]. In this section, a more in-depth view of the model
is invested to simplify the understanding of the estimation method. Figure 4.1 depicts
a simplified pneumatic model of the system in Figure 2.6 (the anode with recirculation
configuration) using the equivalent electrical circuit, where the emphasis on this figure is
on different flows entering or exiting the fuel cell anode. @, is the input flow rate to the
stack. Ry, and Cy. are the pneumatic resistor and pneumatic capacitor of the FC stack,

respectively [33]. Q. is the load consumption flow rate [2].

Q,
N

/Q_in\ Ric QH2 +QN2 +Qw Re Q \

) VY — AVAVAY, oo ]

Pin=P2a| Te. (U o. Psa E’leNz T¢ @')QW Pea R

Figure 4.1: A simplified pneumatic model of the PEMFC anode using the equivalent elec-
trical circuit

During the reaction between hydrogen and oxygen, some of the remaining nitrogen on
the cathode side crosses over to the anode side due to the difference in Ny concentration.
Even in the no load condition, crossover of nitrogen would take place. The No crossover
flow is replaced with a flow source in Figure 4.1 (Qx,), which is located after the FC stack,
and indicates the total Na crossover flow. In addition to nitrogen, back diffusion of water

from the cathode side to the anode side causes the flow rate after the FC stack to be a
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mixture of hydrogen, nitrogen, and water as shown in Figure 4.1. However, back diffusion
of water is considered negligible here.

Using the condenser with pneumatic variables of R. and C., would assure removal of
water from the anode side. Therefore, the flow after the condenser contains only hydrogen
and nitrogen. This will protect the MFM and hydrogen sensor operation from being en-
dangered by the potential flow of liquid water. The purge valve is shown with a variable
resistor since it is aimed at controlling the HC [34]. Finally, the HRB is replaced with a
controllable flow source, ). This is because by changing the HRB’s control voltage, the
pumping speed varies, and consequently, the gas flow rate inside the anode loop changes.
In Figure 4.1, the FC stack, together with the condenser and the HRB, form a loop that is
known as the anode loop. Comparing the model in Figure 4.1 to [14], there are a number
new elements that have been added to model the AWR structure. These changes include
the nitrogen crossover flow as well as the HRB model [34]. Considering a laminar flow
regime, a pneumatic resistor can be described as follows:

_Ap

Ry = o (4.1)

In a cylindrical pipe, (4.1) can be expressed according to the Hagen-Poiseuille equation [53]

as shown here:

8uL
AP =— 4.2
) (4.2)

SulL
Ry = — 4.3
L= (43)

where L is the length of the pipe, u is the dynamic viscosity, and r is the radius of the pipe.
Considering (4.3), in a fixed pipe with known physical properties, the laminar resistor is a
function of dynamic viscosity (u). This result can also be applied to a fuel cell stack with
fixed physical properties. Therefore, the laminar stack resistor can simply be described as

follows:
Ry =ku (4.4)

where k is assumed to be constant.
Since dynamic viscosity is dependent on the gas type as well as the gas mixture, it can
be used to study the effect of different gases on the stack resistor.

4.1.2 Dynamic viscosity

The resistance of a fluid to shearing flows is described as dynamic viscosity [54]. p for ideal

gases can be expressed as a function of temperature via Sutherland’s formula [55] as stated

48



in (4.5):

_ T+ C T1'5
”_”0T+C(To)

(4.5)

where pg is the reference viscosity at the reference temperature Ty, and C' is Sutherland’s
constant. In this work, the temperature variation is considered negligible. Therefore, the
temperature is assumed constant. Table 4.1 shows the values of C' and pg for the reference

temperature of Ty and selected gasses.

Table 4.1: The reference values of C, Ty, and g for selected gasses

Gas C [K] Ty [K] po [pPas]
Ny 111 300.55 17.81
Hy 72 293.85 8.76
air 120 291.15 18.27
O, 127 292.25 20.18

The FC stack on the anode side contains a mixture of hydrogen and nitrogen. In the
anode with recirculation structure, the accumulation of nitrogen on the anode side could
significantly affect the performance. Therefore, to study the Ny effect on the stack resistor,
the dynamic viscosity of the anode gas mixtures is considered.

The equation for the gas mixture dynamic viscosity, provided in [56], is described as

follows:

n

1L
Hm = Z J—:Zn (4.6)
R DT
j=1
JF#i

where ¢;; is:

(14 (p1i/ 113) 2 (M; /M) 2 (4.7)
(4/V2)[1 + (M;/M;))2

bij =

In the above equations, M is the gas molecular weight, x is the mole fraction of a component
in the mixture, and p is the dynamic viscosity. With this introduction on the system
pneumatic model as well as the gas mixture dynamic viscosity, we can proceed with the

concentration estimation algorithm in the next part.

4.1.3 Model-based HC estimation method

As shown in Figure 4.1, the gas flow passing through the FC stack anode includes hydrogen,

nitrogen, and water. As already mentioned, the effect of water is negligible. Therefore,
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considering the mixture of Ho-No and the dynamic viscosity of the gas mixture, the stack

pneumatic resistor can be expressed as follows:

Rp(zh,xn) = kp(xp, ) (4.8)

where x; and x, are the mole fractions of hydrogen and nitrogen in the Hs-No mixture,
respectively. The mole fraction can be described in terms of flow rate. Assuming ideal

gasses, the following equations can be written:

P,Vj, = 2, RT}, (4.9)
P,V;, = 2, RT, (4.10)

where R is the universal gas constant, P is the gas pressure, V is the gas volume, and T
is the temperature. In the anode, pressure and temperature are the same for both Hs and
Ny. Therefore,

Vi on
— = — 4.11
V. (4.11)
Vh/At Tp
E— 4.12
| AN 2 ( )
Qn
—_— = — 4.13

where @y, and @,, are the volumetric flow rate of hydrogen and nitrogen, respectively. In this
chapter, all flow rates are considered volumetrically. The MFM placed after the condenser
in Figure 2.6, is used to measure the gas mixture flow rate.

The flowchart shown in Figure 4.2 depicts the model-based algorithm for finding the
HC. This algorithm utilizes the pressure drop across the anode, the gas mixture dynamic
viscosity, the MFM measurement (or the HRB characterization), and the FC stack constant
k to derive the HC.

Considering Figure 4.2, the hydrogen concentration is obtained as follows:

AP,

($h,$n) = G(:um’T) = G(ma

T) (4.14)
where AP, is the measured pressure drop across the anode, T is the gas mixture temper-
ature, and @, is the MFM flow rate. G is the inverse function of (4.6) which outputs zy,
and z, in an Hy-No mixture using p,, and 7.

When zj, falls below (i), the purging decision unit will activate the purge valve to
regulate the HC back to the desired region that is between xy(,in) and 100%. Zp(mn) is

the minimum acceptable level of anode HC. Discussion on details of purge valve control is
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Figure 4.2: Flowchart of the estimation algorithm for deriving the Ho concentration

not within the scope of this work, but this can either be a fixed orifice valve with time-open
control, or a more sophisticated approach using a proportional control valve for purging.

Considering the estimation algorithm, one key parameter to derive is k in (4.8) which
theoretically should be constant for a fuel cell stack with fixed physical properties. This
parameter is obtained experimentally in the next section. The HC estimation algorithm in
Figure 4.2 suggests the use of pressure drop across the anode for evaluating the HC.

To apply this method in real world FC applications, it is necessary to employ the HRB
characterization for obtaining the gas flow rate in the anode loop as highlighted in Figure
4.2. In most FC products, due to the presence of liquid water in the anode, mass flow
meters are not used to measure recirculation flow, where the actual HRB characterization
data would typically be used instead. This characterization will be discussed in the next

section.

4.1.4 Results

To apply the HC estimation method introduced in Section 4.1.3, first the parameter k
in equation (4.8) should be derived. Secondly, the HC model-based algorithm should be
verified. The effects of various operating conditions, such as the load demand, also need
to be investigated. To tackle these objectives, a fixed HRB voltage is used, where this is
in line with current practices where the HRB control voltage is often maintained constant.
At the end of this section, the HRB characterization is explained, which can eliminate the

usage of the MFM for anode loop flow measurement.
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To capture the nitrogen buildup on the anode side, the system in Figure 2.6 should
operate with a closed purge valve. Hence, no periodic or dynamic purging is enforced. The
purpose of purging is to maintain the HC above a certain level. However, the aim of this
work is to observe the effect of Ny crossover and to estimate the HC. This is done in practice
by letting the anode concentration change over time without purging to replenish the loop.

The inlet pressure of the anode is controlled via the pressure control valve in Figure 2.6.

1. Deriving k: To obtain k, the pressure drop across the anode in Figure 2.6 is measured
while the MFM reads the anode flow rate. Moreover, the hydrogen sensor is utilized
to derive the HC and to calculate the dynamic viscosity of the anode gas mixture.
Considering (4.1) and (4.4), k is obtained as follows:

AP o Pa2 - Pa3
fm@ i Qm

k= (4.15)
where g, is the gas mixture viscosity expressed in (4.6), P2 and P,3 are the inlet
and outlet pressures of the FC stack anode, respectively, and @, is the measured flow
rate by the MFM.

Figure 4.3 illustrates the variation of k£ observed during an experiment where the
purge valve is closed (as already explained), the load current is set to 125 A, and the
inlet pressure of the stack is adjusted at 10 psi. This is chosen as a sample scenario

for obtaining k.
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Figure 4.3: Parameter k for various Ho concentrations at T = 65 C, P;,, = 10 psi, and I =
125 A

As shown in Figure 4.3, k is remaining well within 2% of the kg4 which is the average

k value for various concentrations. As is expected, k& can be considered constant at
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3.7 x 10 (kqyg). The variation in k could stem from the accuracy of measurement
devices such as the MFM.

2. Verification of the model-based method: To verify the model-based HC esti-
mation algorithm, the purge valve is closed, and the HRB control voltage is fixed.
Using the pressure drop across the anode, the Hy concentration is estimated (HClg;)
following the flowchart of Figure 4.2. The calculated HC is then compared with the

Hj sensor output (HCY,) to evaluate the estimation accuracy.

The verification results are shown in Figure 4.4 for a scenario where the load current,
I, is set to 160 A, the inlet pressure of the FC stack anode, P;,, is regulated at 12 psi,
and the HRB control voltage, V4, is set at 2.5 V.
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Figure 4.4: Verification results at Vj,,;, = 2.5 V, I = 160 A, and P;, = 12 psi at T = 65
C: (a) Hy sensor output and the measured pressure drop AP,,, (b) HC estimation HCeg
versus HC measurement (HC,,)

Figure 4.4(a) illustrates the measured pressure drop, AP,,, across the FC stack anode
as well as the Hy sensor output as the test progresses without purging over time. Con-
sidering the operating conditions, experimental setup, and the membrane properties
in this test, a 30% drop in Hs concentration is observed to occur over approximately 5
hours, where this primarily occurs because the size of components used in this testing,
such as the condenser, is considerably larger compared to the anode loop volumes in
FC modules used in products. Therefore, the effect of nitrogen crossover is observed

at a much lower pace in these tests than in products.

As shown in Figure 4.4(a), the Neodym Hs sensor is incapable of distinguishing the HC
above 90%, which is a limitation of the sensor. Therefore, verifying the HC estimation
method for very high Hs concentrations is challenging. However, the pressure drop
in that region displays a noticeable change. In most fuel cell applications, the Ho

concentration is maintained over 70%.
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In Figure 4.4(b), the verification result is shown where HCeq exhibits over ~ 97%
matching with the measured HC for HC,, < 90% H>. As mentioned, the verification
of the algorithm for HC,, > 90% is not possible due to the Hs sensor’s limitation.

However, the model-based method can detect changes in the Hy content above 90%.

. Effect of load current and pressure: To evaluate the performance of the HC
estimation algorithm, it is necessary to examine it during various operating conditions.
Among the most important conditions, are changes in I and P;, which frequently
occur in various FC applications. Considering Figure 4.1, with a closed purge valve
(Qo = 0), and neglecting @, a significant portion of the input flow rate is consumed
by the load, i.e., @Q;n =~ Q., and the remaining hydrogen circulates in the anode loop
where @, = @,. Therefore, the variation of the load current will affect the anode
loop flow rate and consequently, it impacts the pressure drop across the anode. This
is shown in Figure 4.5(a) where AP, for Vj,, = 2.5 V and P;, = 12 psi, is compared
for two different load currents, where increasing the load current raises the pressure
drop. However, the estimation algorithm remains within ~ 97% matching with the
measured Hy concentration for HC',,, < 90% Ha, as depicted in Figure 4.5(b).

Figure 4.5(c) & 4.5(d) show the impact of P;, on the algorithm performance with
Ve = 2.5 V and I = 160 A, for two different anode inlet pressures. Since Pj, is
adjusted based on the fuel overpressure, it can vary during operation depending on
the pressure at the cathode inlet of the FC stack [33]. AP,, is only changing slightly
while the estimation algorithm is in agreement with the HC measurement within
~ 98% matching for HC,, < 90% Ho.

Therefore, the model-based algorithm is capable of estimating the Hs concentration in
the anode over different operating conditions with less than 3% error over the ranges
that we are most interested in (between ~ 70 to 90% Ha).

. HRB characterization: Earlier in Table 2.1, the rotational speed of the HRB pump
for some selected control voltages was shown. In general, the HRB characterization is

a function of the pressure difference across the HRB (APjy,4) and the control voltage
of the HRB(V},4) as follows:

QT = F(Vhrb7 AiDhrb) (416)

where Vj,p in (4.15) can be replaced by the rotational speed of the pump, wpp.
Moreover, Vy,p is considered equivalent to AP, by neglecting the pressure drop across

the condenser, which is minuscule.

By considering Figure 4.1, when the purge valve is closed (Q, = 0), the HRB flow rate
is directly obtained via the MFM (Q, = Q.,). Therefore, the HRB characterization
can be done by changing Vj,, and AP}, while the purge valve is closed. However,
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Figure 4.5: Effect of the operating conditions on estimation model performance at T = 65
C: (a) Comparison of AP, for I = 110 and 160 A, P;, = 12, and Vj,p = 2.5 V (b) The
verification of the estimation model for I = 110 and 160 A, P, = 12, and Vj,, = 2.5 V,
(c) The comparison of AP,, for P;, = 8 and 12 psi, I = 160 A, and Vj,,;, = 2.5 V, (d) The
verification of the estimation model for for P, = 8 and 12 psi, I = 160 A, and V},p, = 2.5V

changing AP, is not a trivial task. The source of the pressure drop variation across

the HRB is the addition of nitrogen flow which enters the anode side. Therefore, to

characterize the HRB, the system in Figure 2.6 operates at different testing scenarios

that are depicted in Figure 4.6 for three cases.

The control voltage is chosen at 2.5 V and 3.5 V. As can be seen, the change in Vj,
changes the AP,,-Q,, curve. In addition, Figure 4.6 illustrates that for a fixed V(2.5

V), Qm is a function of AP,,. Hence, it confirms that the HRB characterization can

be presented by equation (4.16). Therefore, it is possible to derive the anode loop

flow in Figure 4.2 by employing the HRB characterization without using the MFM.
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Figure 4.6: The HRB characterization at Vj,,, = 2.5 V and I = 110 and 160 A as well as
Vth =35VandI =125 A

In practice, the HRB control voltage is chosen depending on the stack size or the

maximum load current, which is usually fixed.

4.2 Multivariable control design

Employing the proposed estimation method, the purge valve can be dynamically controlled
to maintain the hydrogen concentration at the desired level. A model-based controller design
is explained here. Considering Figure 4.1 (or equivalently Figure 2.9), governing equations
on the system were provided via (2.22-2.24). In Chapter 2, using nonlinear transformations,
a linear state-space model was derived. However, based upon the work in [34], the nonlinear
state-space model here is linearized around each operating condition (without using those
nonlinear transformation expressed in (2.25) and (2.26)). Using (2.24 - 2.26), the equations

explaining the system dynamics can be written as below:

. -1 1 1 1
Crety = (— — )z1 + x9 + —wi + wo — w3
Uil Rfc Rfc Ul (4 17)
Cogo e 1 R.+ Rfc)a; N (x9 — Rews)us o '
“* 7 Ry ReRpe 7" Re(Re+ ug) 4
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where the vectors x(t), u(t) and w(t) are provided in (4.18) in the following:

we |0 _ [PO] _
ma(t)] [ P2(P)
at) - |1®] _ [
u2(t)] [ R, (4.18)
i) [ P ]
w(t) = wa(t) _ 1 (t)
wS(t) mcons(t)
(wa(t)] | 1N (T) |

Having (g, ug) as the equilibrium point the linearized state-space model is obtained via

the equations below:

{i(t) = z(t) — zo (4.19)
a(t) = u(t) — uo
2 8f 8f U
s Of 0o alt 4.20
(1) =5 . )t 5 - (t) (4.20)
where f = dx/dt and
i(t) = [E1(t), Z2(t)]T
T(t) = [Z1(t), Z2(t)] (4.21)

As can be seen, the control input vector is lumped in with the disturbance vector.
The general formulation of the linearized model in [42] is also applied here for both the
continuous and the discrete time domains.

The aim with the controller design is to achieve the problem objectives as follows:
e To maintain the hydrogen concentration in the desired level.

e To control the fuel overpressure, such that the stack inlet pressure on the anode side

stays slightly above the stack inlet pressure on the cathode side.

The estimation method has a limitation at very high (over 90%) Hs concentrations.
However, the pressure drop curve in Figure 4.4(a) was still capable of distinguishing between
100% and 90% HCs. The validation was not possible due to Hy sensor limit. Using the
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pressure drop curve of Figure 4.4(a), it is feasible to define a setpoint for the outlet pressure

of the PEMFC stack, knowing the inlet pressure. Therefore, following setpoints are defined:

Yid = Pair + Pset (422)

Yod = Y1d — Rpe(100%Ha) X M (100% Ha) (4.23)

where 0 < P, < 10* (Pa). By defining the setpoint for y; and utilizing Figure 4.4(a), a
setpoint for the stack outlet pressure, yo, can be determined as provided in (4.23).

Equation (4.23) introduces a novel approach for controlling the Hy concentration by
defining a setpoint that results in a steady Hs concentration at a designated level. To
explain more about (4.23), it is helpful to consider Figure 2.9 at the steady state with a fully
closed purge valve. In this case, the input flow rate (1;,) will be equal to the consumption
flow rate (77cons) while the recirculation flow rate (12,) will be passing through the anode.
This is a reasonable setpoint since by slightly opening the purge valve, the nitrogen will
leave the stack and pure hydrogen flows through again.

The constraints of the problem include the actuator limitation on both the range and
the rate of change as well as the output constraints as summarized in equations (4.25 -
4.28) (for simplicity of the notation the sampling time Ty is assumed to be 1). Note that

the same constraints apply to both valves.

Z(k+i+1|k) = Az(k + i|k) + Ba(k + i|k) (4.24)

Umin < Uk +i|k) < Umaz (4.25)

OUmin < 0u(k +ilk) < dumax (4.26)

Y1d — Ymin < G1(k +ilk) < y1d + Ymaz (4.27)

Y2d = Bmin < G2k + ilk) < y2d + Bmaa (4.28)

where @ = Hy, -+, Hp. Umin and Upmq, are the boundaries on the actuator range. dumin

and dumq, are the limits on the rate of change of the actuator. Vmin, Ymazs Bmin and Bmax

are the limits on the maximum allowed deviation from the desired trajectory for outputs.

4.3 Results

To evaluate the proposed algorithm, the MATLAB Model Predictive Control Toolbox is
used for a simulation scenario that covers variations in both the load current and the
nitrogen crossover flow rate. In fact, as stated in the model in (4.18), the Na crossover is a
disturbance. The model has to be linearized around each operating condition. However, the

linear model around each point is valid for Al ~ +20A. Therefore, the model, as well as
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the controller parameters, need to be updated. The operating condition is defined based on
load current and hydrogen concentration which in this simulation study should stay around
100%. For the simulation, experimental data is used for the air side to help to determine the

anode pressure setpoint according to (4.22). Figure 4.7 illustrates the simulation scenario.

Simulation scenario

100 T T T
—— Load current

current(A)
u
[=]

0 100 200 300 400 500 600 700 800
time(s)

x10™*

‘ — Nitrogen crossover flow rate

flow (Kg/s)
=

I |

0 ;
0 100 200 300 400 500 600 700 800
time(s)

Figure 4.7: The simulation scenario: (Top) Load current, (Bottom) Nitrogen crossover flow
rate [34] (used with the permission of IEEE)

As can be seen, the variation in Ny crossover flow has been considered both when the
load is fixed and when the load is varying. The anode outlet pressure is an indicator of
hydrogen concentration. This, as well as the fuel overpressure, are the controlled variables.
Figure 4.8 shows the tracking performance of the controller.

Considering the simulation scenario, the controller reacts quickly without violating the
constraints. The output constraints allow the deviation of £5000 (Pa) around the desired
trajectory, which is the case in Figure 4.8. The fuel overpressure setpoint (Pse:) used in
deriving the tracking error was 5000 (Pa) while for the anode outlet pressure equation (4.23)
was used. Nevertheless, the output error has to reach zero. As illustrated in Figure 4.8, the
FOP stays within the specified range with [Yimin| = |Ymaz| = |Bmin| = |Bmaz| = 5000 (Pa).
Lastly, Figure 4.9 depicts the changes in the control input commands.

Because in the beginning of the simulation, the model was linearized around 204 and
100% Hy concentration, the control inputs (@) are initially at rest. Figure 4.9 shows the
features of the multivariable control. The pressure control valve is primarily regulating the
fuel overpressure during the load change. However, it also reacts during No crossover and
controls the fuel overpressure. The purge valve is largely responsible for controlling the

anode outlet pressure during N» crossover while it also reacts during the load change. With
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Tracking performance of the controller
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Figure 4.8: Controller tracking performance: (Top) Fuel overpressure, (Bottom) Variation
in anode outlet pressure for 100% Hz [34] (used with the permission of IEEE)
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Figure 4.9: Controller input command: (Top) Pressure control valve resistor variation,
(Bottom) Purge valve resistor variation [34] (used with the permission of IEEE)

the load current increase from 20 to 50 A, the model had to be updated. In Figure 4.9, both
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control inputs comply with the constraints on the actuators where only the low constraint

is shown for this simulation scenario.

4.4 Summary

A novel technique for estimation of the hydrogen concentration on the anode side of the
PEM fuel cell was presented. The model-based estimation approach utilized the pneumatic
model of the anode as well as the pressure drop measurement across the stack, and correlated
the hydrogen content to the dynamic viscosity of the anode gas mixture. Employing a
condenser, the water on the anode side was removed after the stack. As a result, the dry
anode gas mixture included hydrogen and nitrogen only. To use the estimation algorithm
in fuel cell products, the HRB characterization was incorporated in the model. The results
of experimental validation of the algorithm were provided in various operating conditions.
Lastly, the multivariable control design based on the proposed estimation algorithm was

explained which aimed at improving the fuel economy.
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Chapter 5

Conclusions

Modeling and control of the fuel supply system in three major anode configurations were
explained in detail in this work. System modeling was carried out using the pneumatic
modeling technique. Both fuel overpressure control and hydrogen concentration control
were discussed where the MPC approach was utilized to achieve the control objectives.
The following highlights summarize the benefits of this study which were explained in the

previous chapters.

5.1 Improved system performance by enhanced fuel over-

pressure control

By maintaining the fuel overpressure in the desired region, while having an intact membrane,
the exertion of excessive pressure across the membrane could be prevented. Moreover, while
having a membrane with pinholes, the transfer of reactants to the opposite side would be
minimized. Hence, fuel overpressure control could avoid fuel starvation and membrane
damage. Fuel overpressure was actively controlled near zero with a limited deviation. The
Model predictive approach ensured that the boundaries on the control input and the outputs
were respected. As as result, the FOP stayed within the desired region in the presence
of various hydrogen transfer leaks. Furthermore, the FOP control reduced the hydrogen
emission and prevented the collapse in the cell voltage when the transfer leaks were not

large.

5.2 Model-based estimation of hydrogen concentration

The hydrogen concentration on the anode side after the stack was estimated by a model-
based algorithm which practically used the pressure drop measurement across the stack

as well as the HRB characterization. This pressure drop was correlated to the dynamic
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viscosity of gas mixtures. The estimation algorithm was validated in various operating

conditions which exhibited less than a 3% estimation error.

5.3 Hydrogen concentration control to improve fuel economy

By utilizing the proposed estimation algorithm, a multivariable control system was devel-
oped which controls the HC as well as the FOP. Controlling the hydrogen concentration
could ultimately limit the amount of fuel purged at the anode outlet in order to save more

hydrogen.

5.4 Future works

Future works include the implementation of the multivariable control system for the HC and
the FOP control in the AWR structure, using the Hy estimation method, in the presence of
hydrogen transfer leaks. Furthermore, a comparative study can be conducted to evaluate
the fuel savings of the current-based purging strategy, with the model-based multivariable

control system that uses the proposed estimation algorithm, as the basis of purging.
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Appendix A

Reduction of Hydrogen Transfer
by Constrained Control of Anode
Hydrogen Recirculation in a
Polymer Electrolyte Membrane

Fuel Cell

Leakage of hydrogen due to the formation of pinholes endangers the membrane longevity
in a polymer electrolyte membrane fuel cell (PEMFC). In this work, based upon a novel
approach, mitigation of the hydrogen transfer leak rate is achieved via controlling the speed
of the hydrogen recirculation blower (HRB) as well as fuel overpressure control. The problem
is formulated as a constrained control problem. Considering the multivariable nature of the
system, a model predictive controller is employed to meet with the objectives. Moreover,
the control limitation in presence of large transfer leaks is discussed. In order to evaluate the
controller performance, an experimental model of a Ballard 3kW test station equipped with
an HRB is utilized, where the model is derived on the basis of pneumatic modeling technique
with inclusion of the hydrogen transfer leak model. Simulation results demonstrate the
controller ability for reducing the leak rate while handling the constraints, which leads to an
improved durability for the membrane. Furthermore, it confirms the controller limitation.

The schematic of a PEMFC system in the AWR configuration is depicted in Figure A.1,
using the piping and instrumentation (P&ID) diagram. According to this figure, the system
is composed of three actuators on the anode side, namely, the pressure control valve, the
purge valve, and the HRB. The pressure control valve regulates the fuel overpressure while
the purge valve is responsible for the anode Hs concentration control to prevent performance
deterioration. The purge valve can either be controlled dynamically [34], or periodically [40].
The reason behind purging is to reestablish pure hydrogen flow in the anode. Due to nitrogen
and water crossovers, the anode Hs concentration drops and consequently, the PEMFC
performance is impaired. Therefore, fuel purging temporarily replenishes the anode with
pure hydrogen flow.
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In this work, fuel overpressure is dynamically controlled. However, purging is carried out
periodically where a load-based purging strategy is used. This stems from the fact that N
and water crossovers vary depending on the current, and this directly affects the rate of
performance drop which has to be compensated by purging.

Furthermore, the HRB speed is controlled to reduce the hydrogen leakage due to pinholes,
which are typical sources of membrane degradation. Controlling the fuel overpressure in
the presence of membrane pinholes impedes oxygen leakage to the anode. This leakage
accelerates the cell degradation due to fuel starvation. Therefore, fuel overpressure deals
with the effects of transfer leaks indirectly. The aim here is to directly impact transfer leaks
via constrained control of the HRB.

HRB
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regulator L 9

Condenser T valve
2 N S
Anode [ _J——| ~— %—)
—
MFM 1 Pressure MFM2
control |r Pressure
valve | ?U sensor

|
H2 tank T K | — MFM
Humidified |o Cathode L° | Gas stream
Air '

Figure A.1: The schematic of the 3kW PEMFC test station with anode recirculation

4

A.1 Modeling of the PEMFC with anode recirculation

The AWR configuration in Figure A.1 consists of different components including, a pressure
regulator, a pressure control valve, a PEMFC anode, a condenser, a purge valve, and an
HRB. Moreover, the system is comprised of pressure sensors and mass flow meters (MFM).
The air side dynamics is not included in this work, except for monitoring the cathode inlet
and outlet pressures of the PEMFC stack.

Employing the pneumatic modeling approach in [14], the AWR structure is described by
pneumatic variables such as pneumatic resistors and capacitors. These resistors reflect
friction forces in the gas flow channels while capacitors indicate the storage potential of
the components. Considering a laminar flow regime [34], all pneumatic variables are also
laminar where the pressure drop (AP) across each pneumatic resistor (Ry) is proportional
to its flow rate (Q):

AP = RQ (A1)

In analogy to electrical systems, Figure A.2 illustrates the equivalent circuit of the AWR
configuration with the use of pneumatic variables. The inlet pressure regulator is described
via a voltage source as it provides a fixed pressure. Pressure variables in Figure A.2 are
pointing to the same nodes as in Figure A.1. Both the pressure control valve and the purge
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valve are modeled as variable resistors since they are actuators. However, only the pressure
control valve is among the control inputs, and the purge valve only operates in the ON-OFF
mode periodically according to the load demand. Hy consumption and No crossover are
represented via current sources and placed at the inlet and outlet of the PEMFC stack,
respectively [40]. Furthermore, the Hs transfer leak is also described by a current source
and is placed at the outlet side of the stack to reflect the total leakage. Finally, the dynamic
behavior of the HRB is captured by a controllable current source as changes in the HRB
speed affect the pumped flow.

HRB /\Qr
(_

Rvi Ric \/ Rc
. Q,
e e Rv2
Pin Pl T, P2l /= (7 Pout
fc Ce
| Qcons Qleak QN 2 v—L

Figure A.2: The equivalent electrical circuit of the PEMFC test station with anode recir-
culation using the pneumatic variables

A.1.1 State-Space Model

According to Figure A.2, the following differential equations are valid:

. P, — P
Cfcpl = Qin - Qc + QT‘ - lRf 2 (AZ)
s PL—=P P— Py
C.Py = — — Qlea A3
p R R. + QnN, — Qleak (A.3)
f)in - Pl
_ 0, A
-0 (A.4)
Py — Pou
% = Qr + Qo (A5)

To select the control input variables, a nonlinear transformation is used such that a linear
state-space model is obtained. As described by (A.4), R,, at the denominator introduces a
nonlinear term. Therefore, ();, is chosen as the control input. The recirculation flow, @,
is also a control input:

_Pin_Pl
Qin = Ry

Qr:U2

(A.6)

:ul

(A7)
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The actual control inputs are the valve input voltage (V;), and the HRB control voltage
(Virp). The purge valve operates in the ON-OFF mode which causes the output flow (Q,)
to vary significantly. This is considered as a disturbance in controller design.

Based on the work in [27], hydrogen transfer leak rate is a function of leak size and fuel
overpressure. Assuming a fixed leak size, the following model represents Hy transfer leak
rate:

Qleak - k(l)(PQ - PQC) (AS)

where P is the stack anode outlet pressure and Py, is the stack cathode outlet pressure. k is
a coefficient determined by the leak size [. This will be clarified in section A.1.3. Replacing
equations (A.4-A.8) into (A.1) and (A.2), the state-space model of the system is given as
follows:

d.’L‘l —1 1
Cfci = —x1+ —T2+u; +us —wq
dt — Rye Rye
(A.9)
ot _ 1 (= +k) + kwy +
c—— Xr1 — o —U w w3 —w
dt ~ Rjpe ' ‘Rye 2T 2T

where the state vector z(t), the control input vector u(t), and the disturbance vector are
expressed in (A.10).

The anode pressure at the inlet and outlet sides of the stack are chosen as state variables.
As already mentioned, the anode input flow rate as well as the recirculation flow rate
are selected as control inputs. The hydrogen consumption flow rate, the stack cathode
inlet pressure, the nitrogen crossover flow rate, and the output flow are included in the
disturbance vector.

(1) = _961@)] [Pl(t)]
.732(t) Pg(t)
_u2(t) Qr(t) (A.lO)
wy(t) Qc(t)
wit) = |20 _ | Peel®
w?)(t) QNz(t)
wy(t) Qol(t)

The output variables are decided according to the control objectives as explained in section
A2.1:
yi(t) = z1(t)
(A.11)
Ya(t) = kwa(t)

Using the matrix notation, the state-space model is expressed in the following:
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w (A.12)
y=Czx
r -1 1
A RchfC RfCCfc
- 1 —1—kRy.
Rchc Rfccc
M1 1 -1 0 0 0
g | Cre CreiCre (A.13)
T N A
L CC : C C (&
[1 0
C =
0 &

The state-space model in (A.12-A.13) comprises of system parameters that should be iden-
tified. The parameter identification was discussed in [33] and is summarized in Table A.1.

Table A.1: The model parameters on the anode side

Parameter Value Unit
Cfe 6.8 x 1079 | ms?
C. 9.8 x 107 | ms?
Ry. 2.3 x 10% | (ms)™!
R. 0.5 x 108 | (ms)~!

A.1.2 Actuator modeling

The control input vector in (A.10) consists of the anode input flow rate (Q;,) and the
recirculation flow rate (Q,). However, the actual actuator commands include the valve
input voltage and the HRB input voltage.

The dynamic behavior of the pressure control valve is described via the nonlinear function
f, which relates the flow rate through the valve (Q,) to the pressure drop across the valve
(AP,), and the input voltage (V;):

Qv = f(APva Vz) (A‘14)
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where according to Figure A.2, ), and AP, are as follows:

QU = Qm (A.15)
AP, =P, — P, (A.16)

Once the controller determines u1(Q;y,), using AP, and f, the input voltage can be derived.
Details of the valve model are provided in [33].

The hydrogen recirculation blower is controlled by an input voltage that is applied to a
Brushless Direct Current (BLDC) motor. To accurately model the HRB, knowledge about
the BLDC motor is required. A more practical approach is to obtain a model reflecting the
HRB’s role in the system in a real scenario. This results in determining the recirculated
flow by the HRB for various stack anode inlet pressures and input voltages as stated by the
function g:

Qnrb = 9(Phrb, Vard) (A.17)

where based on Figure A.2, this can be written as follows:

Qr = g(P1, Viurn) (A.18)

As previously mentioned, Ns crossover decreases the Hs concentration on the anode side.
Depending on the hydrogen gas concentration (xp), @, can be different for a same in-
let pressure and input voltage. Therefore, (A.18) can be extended to include various Hj
concentrations:

Qr = 9(P1, Varo, Tn) (A.19)

Therefore, the model in (A.19) is used as the HRB model without having to include the
BLDC motor characterization. The HRB dynamic behavior is shown in Figure A.3 for
various stack inlet pressures and input voltages. Since in this work, the purge valve operates
periodically, the Hy concentration remains close to 100%. Therefore, in Figure A.3 only the
pure hydrogen case (xp = 1) is illustrated.

A.1.3 Hydrogen transfer leak characterization

The model in (A.8) states that the Hs leak rate is proportional to the outlet pressure
difference between the stack anode and cathode, via the parameter k. Depending on the leak
size, k can be different. Figure A.4 illustrates the leak rate as a function of ovepressure for
various leak sizes using the ex-situ measurement setup for the Ballard bus-type membrane
[27]. This leak characterization is used in the control design. A more accurate way of placing
Qiear in the model is to include it on both the inlet and outlet sides of the stack, but it has
been included in the outlet in this work, because this is where transfer of hydrogen can have
the most significant impact on the downstream cathode hydrogen emission concentrations.
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Figure A.3: The HRB characterization for various anode stack inlet pressures
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Figure A.4: The ex-situ leak measurement as a function of fuel overpressure

76



A.2 Controller design

Reducing the hydrogen transfer leak rate and controlling the fuel overpressure are the
objectives of control design. Various disturbances are affecting the system as are introduced
in (A.10). There exist constraints on both the actuator commands and the output variables.
Therefore, constrained formulation of the control problem is used and the objectives are
tackled by the MPC approach. The MPC ability to handle multivariable constrained control
problem as well as providing an optimal control input, make MPC a suitable choice for this
work. Application of the MPC method for industrial control tasks has largely increased
during the recent years [37]. Based on an internal model of the system, MPC is able to
predict the system output, g, over the prediction horizon H,. Moreover, it determines a
control input, @, over the control horizon, H,, that minimizes the output error as well as the
changes in control effort. This is acheived by minimzing the cost function J in (A.20) [37].

(k) = 19(k) = T () + 18U (A.20)

where (Q and R are weighting matrices for the output error and the control effort, respec-
tively. Y(k), T (k), and AU (k) are the vectors of appropriate sizes. In the case of having a
precise model, the actual and predicted values are equivalent, i.e., § = y and @ = u.

Figure A.5 depicts the control problem architecture. Considering this, the control input
uy together with AP are used to calculate the actuator signal (V;) to the valve via f~1.
Similarly, the control input ug and Pj; are utilized to derive the HRB voltage (Vj,p) via
g~ !. Model mismatch is reflected by the error inputs e; and e;. Assuming a precise
actuator model is available, f.f~! = g.g”! = 1. Since Figure A.5 accounts for controller

implementation, it possesses a major advantage.

|
I
|
I
( |
Setpoints F! |
/ X =AX+BU||
Measured Y )
outputs ( ) u, y=CX+EW | |:y1 :|
Lt ! Y,

Figure A.5: The architecture of the control problem

A.2.1 Control problem formulation

To meet the objectives of the control problem, output setpoints are defined as follows:

y1a(t) = Pic + OVP (A.21)
Y2d(t) = kPac + M = kwo(t) + M (A.22)
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where OVP is the desired fuel overpressure. yo4(t) is chosen to minimize the leak rate
described in (A.8), where M is a leak reduction level depending on the leak size I.

In addition, there exists a number of constraints on both the actuators and the outputs
variables. Using the actuator model, actuator limitation can be described in terms of @y,
and @),. Formulation of the problem constraints are as follows:

Y1d — Tmin — €1 < yl(k + 'L|k') < Y14 + Vmaz + €1

z(k 41+ 1|k) = Agz(k + ilk) + Bau(k + i|k) (A.23)
U, < ut(k+ilk) <wui,,,, (A.24)

Auy, . < Aui(k +ilk) < Auy,,,, (A.25)
ug, . < u(k+ilk) <wus,,, (A.26)

(A.27)

(A.28)

yod — €2 < ya(k +ilk) < yaqg + B + €2

where i = H,,,--- , H, with H,, as the starting point for penalization. Az and B, are the
discretized form of A and B, respectively. w, . and u,,, are the valve active range in
terms of @y, that is between 0 to 10~ *kg/s. Auy, . and Awuy,, . are the limits on the slew
rate of the valve input, which in terms of AQy, are £10"*kg/s%. Moreover, Ymin and Ymaz
are the maximum allowed overpressure deviations from the desired value which are chosen
at £5000Pa. Finally, ug, ., and wusg,,. are the recirculation flow limits that are set at 0
and 5 x 10~%kg/s, respectively. Furthermore, e; and e are the slack variables to relax the
output constraints [37].

Therefore, the convex cost function in (A.20), the linear equality constraint in (A.23), and
the convex inequality constraints (A.24-A.28) form a convex problem where any local opti-
mum is also a global optimum. Solving this optimization function may encounter feasibility
issues which can be resolved by softening the constraints (using the slack variables). How-
ever, actuator constraints can not be violated.

A.3 Simulation results

Using the experimentally validated model of a Ballard 9-cell liquid-cooled PEMFC stack
[33], the controller performance is evaluated in presence of a variable load, dynamic current-
based purging, and hydrogen transfer leaks. In addition, the simulation uses an experimental
data set for controller evaluation. Figure A.6(a) shows the simulation scenario where the
load variation and purging signals are illustrated. As mentioned, the purging period (7},) is
a function of current where for 80A, T}, = 30s, while for 20A, T}, = 60s with the duty cycle
of the valve at 7% and 3% of the period for each case, respectively.

The load variation encompasses both rising and falling edges of load demand. During the
acceleration at around 250s, both fuel overpressure and hydrogen leak rate follow the desired
trajectories and stay within the output limits as shown in Figure A.6(b)&(c), respectively.
Y14 is chosen at 5000Pa while w94 is set at kPs. with M = 0. Therefore, the aim is to
reduce the leak rate to zero. Control inputs @;, and @, are shown in Figure A.7(a).
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Figure A.6: (a) The simulation scenario including the load change and the purging action,

(b) The fuel overpressure tracking and the output constraints, (¢) The hydrogen leak rate
and the lower output limit

However, during the load deceleration at 100s and 387s, a considerable output deviation
from the setpoints can be observed. A more severe load decrease at 100s causes a larger
deviation compared to 387s. According to Figure A.6(b), fuel overpressure remains within
the constraint during the transients caused by the load decrease at 100s and 387s, and tracks
y14 afterwards. Furthermore, the Ho leak rate follows yo4. Respecting the lower constraint
on ¥ is crucial, i.e., yo < Y94 results in Qeqr < 0 which directs the air flow into the anode,
causing fuel starvation. In Figure A.6(c) the leak rate stays above zero which confirms that
the lower constraint on output ys is met.

During the load decrease at 100s and 387s, the control input @;, reaches the lower limit
as shown in Figure A.7(a). Despite a larger load drop at 100s, because of simultaneous
purging at 100s, Qs stays at the lower limit for a shorter time compared to 387s (when no
purging occurs). The explanation behind this is that when the purge valve is closed, the
only way to reduce the pressure is to discharge the flow via consumption or through the
pinholes. The latter is among the control objectives which should be reduced. Hence, the
former is the way for pressure reduction. By opening the purge valve, the pressure drops
quicker since an alternative route for gas flow is opened.

Figure A.7(b) illustrates the controller limitation. In Figure A.6 and Figure A.7(a), k
resembles a small/medium leak range. However, when the leak size becomes large, the
leakage of hydrogen during the transient is higher. Therefore, for larger leak sizes the
controller is no longer capable of preventing a higher hydrogen loss. This is also a practical
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Figure A.7: (a) The controller inputs Q;, and @, (b) The controller limitation for large
Hs transfer leaks

limitation, where the ability to minimize fuel loss is no longer effective when the leaks
become large, and the defected cell should then be replaced.

The model predictive control toolbox in MATLAB is used for simulation with the sampling
time of the controller at 0.1s to cope with the fastest plant dynamic.

A.4 Conclusions

Employing a model-based constrained control approach, mitigation of small to medium hy-
drogen transfer leakage in PEM fuel cells with AWR configuration was presented. Problem
objectives are achieved by controlling the HRB speed and regulating the pressure control
valve. A load-based purging strategy was utilized where nitrogen crossover was also in-
cluded in the model. The system was described via an experimentally validated pneumatic
model of a Ballard 9-cell PEMFC. Actuator modeling was also discussed and included in
the structure of the control problem. Using experimental data, the controller performance
was evaluated during the load variation where both the tracking performance and the con-
straint handling were demonstrated. Finally, the controller limitation was explained which
revealed a higher hydrogen loss during transients for larger leak sizes. Future works, include
a more precise model of the hydrogen transfer leak as well as the implementation of the
proposed method in a product environment.
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