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Abstract: The catalyst layers for polymer-electrolyte-membrane (PEM) fuel cells were fabricated by
deposition of platinum directly onto the gas diffusion layer using pulsed laser deposition (PLD).
This technique reduced the number of steps required to synthesize the catalyst layers and the amount
of Pt loading required. PEM fuel cells with various Pt loadings for the cathode were investigated.
With a cathode Pt loading of 100 ug-cm ™2, the current density of a single cell reached 1205 mA-cm 2
at 0.6 V, which was close to that of a single cell using an E-TEK (trademark) Pt/C electrode with a
cathode Pt loading of 400 pg-cm~2. Furthermore, for a PEM fuel cell with both electrodes prepared
by PLD and a total anode and cathode Pt loading of 117 pg-cm 2, the overall Pt mass-specific power
density at 0.6 V reached 7.43 kW-g~!, which was five times that of a fuel cell with E-TEK Pt/C
electrodes. The high mass-specific power density was due to that a very thin nanoporous Pt layer was
deposited directly onto the gas diffusion layer, which made good contact with the Nafion membrane
and thus resulted in a low-resistance membrane electrode assembly.
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1. Introduction

Recently, fuel cell technologies have received much attention due to growing concerns regarding
the depletion of fossil fuels and climate change. The polymer-electrolyte-membrane (PEM) fuel cell
is one of the most promising technologies. However, the high cost of PEM fuel cells has hindered
its commercialization. The cost of a PEM fuel cell depends largely on the amount of Pt catalyst used.
Therefore, the development of new methods to reduce Pt loading and achieve a higher Pt mass-specific
power density (MSPD) is an active research area [1].

The preparation of membrane electrode assemblies (MEA) by directly depositing Pt onto a gas
diffusion layer (GDL) is an efficient way because it results in a thin catalyst layer and good dispersion of
Pt nanoparticles which translates into high Pt utilization. Various physical vapor deposition techniques
such as high-power impulse magnetron sputtering [2], sputtering [3,4], e-beam evaporation [5], dual
ion-beam assisted deposition [6] and pulsed laser deposition (PLD) [7,8] have been pursued to achieve
high power density with lower Pt loading. Physical vapor deposition techniques offer benefits
over chemical techniques of being a one-step process that leads to the formation of a thin film of
nanoparticles. Some researchers have also deposited Pt onto the Nafion [9] or polytetrafluoroethylene
(PTEE) sheets [10], but the overall cell performance was not as high as when Pt was deposited on GDL.
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PLD has developed into an important deposition technique in the past few decades. One of the
major advantages of PLD over other deposition techniques is its capability to generate high kinetic
energy ions and atoms. It is also straightforward in generating nanoparticles by performing pulsed
laser deposition in an ambient gas atmosphere, as a result of cooling of the ablation plume by the
ambient gas [11]. By controlling the pressure of the ambient gas, one can control the size of deposited
particles and the porosity of the grown film [12]. Cunningham et al. [7] reported that by using PLD in
He atmosphere to deposit Pt onto GDL, with a very low Pt loading of 17 pg-cm 2, the catalyst-loaded
GDL could achieve a current density of 780 mA-cm 2 when used at the anode. In our earlier work [11],
we had achieved a high current density of 1032 mA-cm~2 with an anode Pt loading of 13 pg-cm 2
by using PLD in Ar atmosphere. The better performance compared to the previous work could be
ascribed to the smaller Pt nanoparticle size. Since the oxygen reduction reaction (ORR) at the cathode
is very sluggish in nature compared to hydrogen oxidation reaction (HOR) at the anode, the cathode
requires a much larger amount of catalyst compared to the anode. Therefore, it is generally recognized
that the ORR at the cathode is the bottleneck and the reduction of Pt usage at the cathode holds the
key to lowering the overall MSPD. Previously, only Mroz et al. [8] have reported using PLD to deposit
Pt for the cathode of PEM fuel cell. They used PLD in vacuum to deposit Pt at a loading of 7 pg-cm 2

2 at

to achieve a maximum power density of 188 mW-cm~2 and a current density of 100 mA-cm™
0.6 V. Although the Pt loading used was low, the power and current densities were too low to be
practically useful. For instance, it is required that for vehicle operation a fuel cell should produce at
least 1500 mA-cm~2 at 0.6 V [13]. The low power and current density values of Mroz et al. resulted
from the use of PLD in vacuum. It led to the formation of a dense, low-porosity Pt layer instead of
a nanoporous structure that ensures a high electrochemical surface area (ECSA) and good charge
transfer and gas transport. For fabricating a high-performance MEA, it is paramount to control the
size of nanoparticles and the porosity and thickness of the catalyst layer.

In this work, PLD in Ar atmosphere was used to deposit Pt nanoparticles onto GDL with a
microporous layer for the cathode first and then for both electrodes for developing high-performance
PEM fuel cells. Fuel cells using pulsed laser deposited Pt nanoparticles with four different Pt loadings
(50, 75,100 and 125 pg-cm~2) as the cathode catalyst, and commercial E-TEK (trademark) Pt/C with
a Pt loading of 200 pg-cm ™2 as the anode catalyst, were characterized. The dependence of fuel cell
performance on the cell outlet pressure was also investigated. The cells were also characterized
by using electrochemical impedance spectroscopy. Finally, the fuel cell with the catalysts of both
the anode and the cathode prepared by using PLD was characterized. With a low total Pt loading
of 117 pg-cm ™2, the current density at 0.6 V reached 1450 mA-cm 2, corresponding to a power density
of 870 mW-cm 2. This work demonstrated that PLD could be used to reduce the amount of Pt used
while maintaining high current and power densities in PEM fuel cells for practical applications.

2. Results and Discussion

Figure 1 shows the transmission electron microscopy (TEM) images of Pt catalyst deposited on
GDL with various Pt loadings. It was found that the average particle diameter increased from 2.7 nm
to 5.0 nm with increasing Pt loading from 50 pg-cm~2 to 125 pg-cm~2. This could be ascribed to
the presence of free Pt atoms remaining when the ablation plume reaches the substrate. The free
atoms in later laser shots could attach to the Pt nanoparticles deposited by earlier laser shots, thereby
increasing the average particle size. This effect could also contribute to the reduction of mass-specific
electrochemical surface area (MSECSA) with increasing Pt loading shown later. For the case of
100 pg-cm~2, the particle diameter was 4.9 + 0.4 nm. This number obtained from TEM measurement
was consistent with that retrieved from X-ray diffraction measurement as reported previously [11].
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Figure 1. TEM images of Pt particles deposited by PLD at 107-Pa Ar pressure on a GDL with various Pt
loadings: (a) 50 ug-cm_2; (b) 75 ug-cm_z; (c) 100 p.g-cm‘2 and (d) 125 ug-cm_z. The size distribution
for 100 pg-cm~2 and the dependence of particle diameter on Pt loading are shown in the bottom panels.
The error bar for each case indicates the standard deviation of particle size distribution.

Figure 2 shows the scanning electron microscopy (SEM) images of the surface of the GDLs with
various Pt loadings. The deposited Pt did not form a flat film because of the high porosity of the GDL.
With a Pt loading of 75 pg-cm ™2, the deposited nanoparticles were uniformly dispersed on the surface
of the underlying nanoporous support. With a Pt loading of 100 ug-cm~2, Pt nanoparticles aggregated
to form small clusters, leading to decreased porosity as compared with the 75 pg-cm~2 sample. With a
Pt loading of 125 pg-cm ™2, aggregation was even more severe, resulting in large clusters. In addition,
the voids between Pt nanoparticles became smaller, presumably due to the deposition of free atoms
in the ablation plume [11]. The formation of large clusters and the decrease in porosity at higher
Pt loadings resulted in reduction of specific surface area, which had a negative effect on fuel cell
performance.
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Figure 2. SEM images of Pt particles deposited by PLD at 107-Pa Ar pressure on a GDL with various
Pt loadings: (a) GDL only; (b) 75 ug-cm‘2; (c) 100 ug-cm_z; and (d) 125 ug~cm_2.

Figure 3 shows the cyclic voltammograms (CV) recorded for PLD samples with various Pt
loadings. The peaks of hydrogen adsorption/desorption in the potential region of 0 to 0.4 V vs. normal
hydrogen electrode (NHE) can be seen clearly. The hydrogen desorption region was integrated to
calculate ECSA. It was found that the ECSA increased from 1.118 to 1.631 m? when the Pt loading
was increased from 50 to 125 pg-cm~2, but with a trend of saturation. To relate the surface area of
the catalyst with the mass-specific power density of the fuel cell, MSECSA was calculated as the
ECSA divided by the Pt loading. The MSECSA was found to be 22.37, 17.32, 16.25, and 13.05 m?-g !
for 50, 75, 100, and 125 pg-cm~2 Pt loadings, respectively. A decrease in MSECSA with increasing
loading was observed. In an ideal case when the Pt particles are distributed in single layer and their
sizes are independent of Pt loading, the MSECSA should be constant for all Pt loadings. However,
due to the increase of the degree of Pt particle aggregation and the decrease in porosity as shown in
Figure 2, MSECSA decreased with increasing Pt loading. This result is consistent with the findings of
Fabbri et al. [14]. They attributed the decrease in MSECSA to a transition of dispersed nanoparticles
into aggregates and then to an extended layer with increasing Pt loading.
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Figure 3. Cyclic voltammograms of PLD samples with various Pt loadings recorded in 0.5 M HySO4
solution at a scan rate of 20 mV-s 1.
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Figure 4 shows the J-V and power density curves of PEM fuel cells with various Pt loadings
on the cathode prepared using PLD. The anode was E-TEK Pt/C with a Pt loading of 200 pg-cm~2.
The fuel cells with Pt loadings of 50 and 75 pig-cm~2 showed poor performance compared to the cell
with commercial E-TEK Pt/C. This can be ascribed to insufficient Pt available for electrochemical
reactions. Since the oxygen reduction reaction is sluggish in nature, the cathode requires a higher Pt
content to attain a high reaction rate. With a Pt loading of 100 ug-cm 2 the current density at 0.6 V
reached 1205 mA-cm 2, corresponding to a power density of 723 mW-cm~2 and a cathode MSPD of
7.3 kW-g~ 1. The cathode MSPD of the reference E-TEK sample at 0.6 V was 1.7 kW-g~!. The cathode
MSPD at 0.6 V was by a factor of four higher than that of the reference sample using E-TEK Pt/C
with a Pt loading of 400 pg-cm~2. The power densities at 0.6 V for various cases are shown in Table 1.
The cathode prepared by PLD with a Pt loading of 100 pg-cm~2 had only one fourth of the Pt loading
of the commercial E-TEK sample but showed similar power generation. The power density for the fuel
cell with a cathode loading of 125 pg-cm~2 was close to that of the fuel cell with a cathode loading
of 100 pg-cm~2. The saturation in power density with increasing Pt loading can be attributed to
the saturation in ECSA (as discussed earlier in CV results). It may also result from mass transport
limitation occurring in the catalyst layer due to the increased degree of aggregation of nanoparticles
and the reduced porosity with increasing Pt loading (see Figure 2).
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Figure 4. ]-V and power density curves of PEM fuel cells having the cathode deposited by PLD with
various Pt loadings. The performance of a PEM fuel cell using E-TEK Pt/C for the cathode with a

Pt loading of 400 pg-cm~2 is shown for comparison. All data were measured at an outlet pressure
of 100 kPa.

Table 1. Performance of PEM fuel cells using cathode catalyst prepared by PLD with various Pt
loadings in comparison to that using E-TEK Pt/C with a Pt loading of 400 ug-cm_z.

AnodePt  CathodePt Current Density Power Density Cathode

Cathode Catalyst Deposition Method Loading * Loading at0.6 vV at0.6 vV MSPD
(ug-em~2)  (ug-cm~2) (mA-cm—?) (mW-cm—2) kwW-g—1
PLD 200 50 650 390 7.8
200 75 820 490 6.5
200 100 1205 723 7.3
200 125 1216 729 5.8
E-TEK 200 400 1190 710 17

* The anodes of all samples use E-TEK Pt/C.

The resistance of a fuel cell is one of the key parameters that significantly affect the cell
performance. To determine the magnitudes of the resistances, electrochemical impedance spectroscopy
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was used to measure the ohmic resistance (Rn) and charge transfer resistance (R.;) of the cells with
different Pt loadings. Figure 5 shows the in situ impedance response of the fuel cells in the form of
Nyquist plots at 0.8 V for various Pt loadings. Only one semi-circle is observed in the Nyquist plot
as the electrode process is dominated by the ORR at low current densities [15]. The high-frequency
intercept on the real axis indicates the total ohmic resistance (R) of the fuel cell. The diameter of the
arc is a measure of the charge transfer resistance of the ORR (R) [15]. It can be seen that all samples
had very similar ohmic resistance, which was expected since the deposition condition, membrane,
GDL, and fuel cell hardware were the same in all of these cases. In contrast, the charge transfer
resistance decreased with increasing Pt loading. This can be expected from the increase of ECSA with
increasing Pt loading, which should result in larger total charge transfer rate and thus lower charge
transfer resistance. The dependence of R on Pt loading is consistent with that of fuel cell performance
shown in Figure 4: the lower the resistance, the higher the fuel cell performance.
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Figure 5. Electrochemical impedance spectroscopy curves of PEM fuel cells with various Pt loadings at
the cathode at a cell voltage of 0.8 V. The inset shows the charge-transfer resistance and ohmic resistance
as functions of Pt loading.

The cell outlet pressure is also an important parameter in the operation of a PEM fuel cell.
Increasing the outlet pressure can positively affect the fuel cell performance by enhancing the ORR
kinetics through increasing gas concentration and mass transport rate in the catalyst layer [16,17].
Figure 6 shows the J-V and power density curves of a PEM fuel cell with various outlet pressures.
The cathode with a Pt loading of 100 ug-cm~2 was prepared by using PLD, and commercial E-TEK
Pt/C electrode with a Pt loading of 200 pg-cm~2 was used for the anode. As can be seen, increasing
outlet pressure raised the fuel cell performance. Figure 7 shows the current density at 0.6 V as a function
of outlet pressure. The current density at 0.6 V increased with increasing outlet pressure. Figure 7
also shows R.; measured with electrochemical impedance spectroscopy at various outlet pressures.
Rt decreased with increasing outlet pressure, indicating that an increase in outlet pressure can speed
up the ORR kinetics and thus effectively enhance fuel cell performance.
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Figure 6. ]-V and power density curves of a PEM fuel cell with various outlet pressures. The cathode
was deposited by using PLD with a Pt loading of 100 pg-cm™2.
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Figure 7. Current density at a cell voltage of 0.6 V and charge transfer resistance at a cell voltage of
0.8 V as functions of outlet pressure.

Figure 8 shows the J-V and power density curves of a PEM fuel cell having both electrodes
prepared by PLD with an anode Pt loading of 17 pg-cm~2 and a cathode Pt loading of 100 pg-cm 2.
The results for a cell using E-TEK Pt/C at an anode Pt loading of 200 ug-cm~2 and a cathode Pt loading
of 400 pg-cm 2 under the same operating conditions are also shown for comparison. The current
density at 0.6 V of the PLD-prepared fuel cell with an outlet pressure of 100 kPa was 1092 mA-cm 2,
which was about the same as that of a cell using E-TEK Pt/C with a total Pt loading of 600 ug-cm~2.
This shows that electrodes fabricated by using PLD can achieve higher Pt utilization. The beneficial
effect of increasing outlet pressure on fuel cell performance is also shown in Figure 8. At an outlet
pressure of 200 kPa, the current density at 0.6 V was increased to 1450 mA-cm~2. This corresponds to
an overall MSPD at 0.6 V of 7.43 kW-g~!, which is higher than that of a cell using E-TEK Pt/C by a
factor of five.
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Figure 8. ]-V and power density curves of a PEM fuel cell having both electrodes prepared by PLD

with an anode Pt loading of 17 pg-cm~2 and a cathode Pt loading of 100 pg-cm~2 for various outlet

pressures. The results using E-TEK Pt/C electrodes with an anode Pt loading of 200 pg-cm~2 and
a cathode Pt loading of 400 pg-cm~2 under the same operating conditions are shown for comparison.

For comparison, Table 2 provides a partial summary of mass-specific power densities reported
previously. Some previous works achieved high cathode mass-specific power density by using
sputtering or PLD, corresponding to high Pt utilization [2,8], but their current density and power
density are too low to be practically useful. The need to use a fuel cell with a larger area in order to
attain the required current and power for practical application will raise the cost of other parts of fuel
cells, occupy a larger space, and consume more power when installed on an automotive. To the best
of our knowledge, the mass-specific power density obtained in the present work, using PLD, is the
highest among all works that used pure Pt catalyst on this sort of carbon support with practically
useful current density.

Table 2. Comparison of PEM fuel cells with catalyst fabricated by various deposition techniques.
O, was used for the cathode in all cases.

Pt Loading Operating  Current Density  Overall MSPD

Deposition Technique Anode/Cathode Condition at0.6 vV at0.6 vV Reference
(ug-ecm™2) (°C/kPa) (mA-cm—?) (kW-g—)

Pulsed electrodeposition 400/120 80/250 1400 1.61 [18]
Reactive spray deposition 75/75 80/180 1400 6.00 [19]
DC magnetron sputtering 50/100 70/100 800 3.28 [20]

Electrospray 40/120 70/200 1200 4.50 [21]

Sputtering 100/60 80/100 490 1.83 [4]

Impulse sputtering 20/20 70/300 400 6.00 [2]

Atomic layer deposition 180/500 80/100 1400 1.20 [22]

Pulsed laser deposition -/7 80/240 100 - [8]

Chemical vapor deposition 200/200 80/100 1100 1.65 [23]
This work 17/100 70/200 1450 7.43

Besides the significant enhancement in the MSPD of the MEAs prepared by using PLD as
compared to E-TEK Pt/C, from the prospective of mass production, the use of PLD to produce
the catalyst layers is a single-step dry process in which Pt from its simplest form as a metal block is
directly transferred onto GDL to form the end catalyst/support film. In contrast, the conventional ink
process requires several wet chemical synthesis steps to reach the end product. In addition to being
more tedious, a significant amount of Pt could be lost in these processes. Contrarily, with PLD, there is
practically no loss of Pt [11]. In addition, the use of PLD allows for precise control over the size of Pt
particles and the thickness of the deposited film, which is important in good manufacturing quality
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control for achieving high catalytic activity [24]. However, PLD has some potential drawbacks such as
the requirement of a vacuum system and a longer process time, which have to be circumvented for
mass production.

From a structural viewpoint, the catalyst layers prepared using PLD are at least 10 times thinner
than that produced using the conventional ink process. The sub-micrometer thickness of the catalyst
layer translates to a short ionic resistive path length because it takes a very short distance for protons
to traverse between the Nafion membrane and the catalyst surface sites. In contrast, the thick catalyst
layer produced with the conventional ink process requires the application of a substantial amount of
ionomer to facilitate proton transport. It has been shown that the application of Nafion in the catalyst
layer has a negative effect on the fuel cell performance due to an increase in the oxygen transport
resistance. Since the oxygen transport resistance increases with increasing thickness of the catalyst
layer and thus the Pt loading used [25-27], it becomes a significant limiting factor in the case of E-TEK
Pt/C slurry. On the contrary, the small thickness of the catalyst layer prepared by PLD eliminates the
need of applying an ionomer solution for improving proton conduction. This is because Pt particles
deposited using PLD are all on the surface of the support and thus are all close to the Nafion membrane
when assembled into an MEA. The polymer electrolyte could have good contact with the deposited
Pt particles. The swelling of the Nafion membrane due to the humidified environment during the
operation of fuel cell [28,29] may further enhance the contact between the Pt particles and the Nafion
membrane. These lead to the high Pt utilization efficiency compared with that using E-TEK Pt/C
slurry. A similar phenomenon was also observed for 3M nanostructured thin film catalyst [27].

Another critical issue for the catalyst of a fuel cell is its stability. In our earlier work, it was
found that the PLD-produced catalyst with a low Pt loading of 17 pg-cm ™2 exhibits much higher
durability than E-TEK Pt/C. However, this characteristic may not be translatable to the case of high
Pt loading such as 100 pg-cm~2 used in this work because, in the case of high Pt loading, the Pt
nanoparticles form a porous Pt film on top of the carbon support, whereas in the case of low Pt loading,
the Pt nanoparticles are dispersed on the carbon support as a very thin overlayer. To investigate the
electrochemical stability of the catalyst with high Pt loading, an accelerated degradation test (ADT)
was performed. Figure 9 shows the cyclic voltammograms of the PLD sample with 100 pg-cm~2 Pt
loading before and after 5000 potential cycles. The inset shows the MSECSA as a function of cycling
number. An MSECSA retention of 72% was observed after 5000 potential cycles, much better than the
mere 11% MSECSA retention for the case of E-TEK Pt/C (shown in Ref. [11]). This indicates that the
PLD-prepared electrode exhibits a much higher durability than E-TEK Pt/C for both the cases of high
Pt loading and low Pt loading. The higher durability could be ascribed to the much higher degree of
graphitization of the GDL used than the carbon black in E-TEK Pt/C [11].
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Figure 9. (a) cyclic voltammograms of PLD sample with 100 pg-cm~2 Pt loading before and after
5000 potential cycles; (b) MSECSA as a function of cycling number.
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3. Materials and Methods

3.1. Catalyst Preparation

Pulsed laser deposition in Ar atmosphere was used to deposit Pt catalyst onto GDLs [30]. The PLD
target used was a Pt disk (purity > 99.99%) with 10-mm diameter and 5-mm thickness. An Nd:YAG
laser beam of 355-nm wavelength, 8-ns pulse duration, p-polarization, and 10-Hz repetition rate
(PRO-350, Spectra-Physics, Santa Clara, CA, USA) was focused on the target with an incidence
angle of 45°. The on-target beam size was 500 um in clear aperture, and the peak laser fluence was
230 J-cm 2. The substrate for coating was a 4 cm x 4 cm carbon GDL. It was a hydrophobized gas
diffusion layer (5 wt. % PTFE) with a microporous layer on the top (SIGRACET GDL24BC, SGL
CARBON GmbH, Meitingen, Germany). The substrate was located in the normal direction of the
target, and the target-to-substrate distance was set at 4 cm. The target and the substrate was installed in
a vacuum chamber. The chamber was pumped down and then backfilled with Ar gas before deposition.
The Ar pressure was fixed at 107 Pa. A calibrated quartz microbalance (SQM-160, Sigma Instruments,
Cranberry Township, PA, USA) was used to measure the deposition rate. The Pt loading on a GDL
was varied by changing the number of laser shots fired. It was also confirmed by weighing the GDL
before and after the deposition of Pt.

3.2. Electrochemical Measurements

For measuring the ECSA of the Pt catalyst, cyclic voltammetry was performed with a potentiostat
(PGSTAT302, Metrohm Autolab, Utrecht, Netherlands) and then the hydrogen desorption region was
integrated [31]. The ECSA was determined by using the formula:

QH
Qdy’

where Qg (in unit of mC) is the total charge obtained from the time integration of the hydrogen
desorption peak in the CV curve, and Qd;;, which is 0.21 mC-cm 2, is the areal density of electron
charge in the hydrogen layer when a clean Pt surface is covered by a monolayer of hydrogen atoms
with 100% surface coverage. A three-electrode setup using Ag/AgCl (saturated KCl) as the reference
electrode and Pt wire as the counter electrode in 0.5 M H,SOy solution was used. For this measurement,
the PLD sample cut into 3 mm x 3 mm area was adhered to a glassy carbon electrode by using a carbon
tape. The cyclic potentials were scanned between —0.2 and 1.0 V (vs. Ag/AgCl) at a rate of 20 mV-s !
at room temperature. The electrolyte was purged with N, for 10 min before CV measurement.
For investigating the electrochemical stability of the Pt-catalyst/support, an accelerated degradation
test was performed by potential cycling in the potential region between the oxidation and reduction of
Pt (0.5V and 1.0 V versus Ag/AgCl, respectively) at a scan rate of 100 mV-s~! [32].

ECSA =

)

3.3. Fabrication of MEAs and Measurement of Polarization Curves

In the first part of the experiment, electrodes made by using PLD were tested on the cathode of
a single PEM fuel cell, while standard E-TEK Pt/C electrode of 200 pg-cm~2 Pt loading was used for
the anode. The MEA with an active area of 3 cm x 3 cm was made by hot-pressing a GDL loaded with
PLD Pt catalyst for the cathode, a Nafion XL membrane coated with E-TEK Pt/C on one side with a Pt
loading of 200 pg-cm~2, and an unloaded GDL at 1150 kg and 135 °C for 120 s. A PEM fuel cell was
assembled by sandwiching the MEA with two flow-field plates which use metal foams coated with
PTFE as flow distributors [33,34]. A standard fuel cell testing system was used for measuring the J-V
curves of the PEM fuel cells [33]. In all fuel cell tests, pure H, and O, were used as fuel and oxidant,
respectively, and they were both humidified to 100% relative humidity by using inline humidifers.
The hydrogen (anode) flow rate and the oxygen (cathode) flow rate were both 450 sccm. The outlet
pressures of the anode and the cathode were set to be the same and varied together. The temperatures
of the cell and the humidifiers were all set to 70 °C for all of the measurements done in this work.
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In the second part of the experiment, two different fuel cells were compared. The first one had both
electrodes made by PLD with Pt loadings of 17 pg-cm™2 and 100 pg-cm~2 for the anode and the
cathode, respectively. The second one had both electrodes using E-TEK Pt/C with Pt loadings
of 200 pug-cm~2 and 400 pg-cm~2 for the anode and the cathode, respectively. Electrochemical
impedance spectroscopy was carried out in situ with a potentiostat (PGSTAT 302) installed in the fuel
cell testing system at a cell potential of 0.6 V with a modulation amplitude of 5 mV and a modulation
frequency of 0.1-10,000 Hz.

3.4. Morphology Characterizations

The dispersion (spatial distribution) of Pt particles on GDL was investigated with scanning
electron microscopy (SEM) (Nova NanoSEM 230, FEI, Hillsboro, OR, USA). The size distribution of Pt
particles was characterized with transmission electron microscopy (TEM) (JEM-2100, JEOL, Peabody,
MA, USA).

4. Conclusions

In summary, production of high-performance catalyst layer with low Pt loading was achieved
by using PLD. The performance of fuel cells with PLD-prepared cathodes of various Pt loadings
was investigated. The fuel cell with the highest MSPD was obtained with an anode Pt loading
of 17 pug-em~2 and a cathode Pt loading of 100 pg-cm~2. At an outlet pressure of 100 kPa and
a cell temperature of 70 °C, the PEM fuel cell was able to deliver a power density of 674 mW-cm 2
at 0.6 V, which is comparable to that of a cell using commercial E-TEK Pt/C electrodes with a total
Pt loading of 600 pig-cm~2. Moreover, at an outlet pressure of 200 kPa, the power density reached
870 mW-cm 2 at 0.6 V, corresponding to an overall MSPD of 7.43 kW-g 1. Such a high MSPD achieved
with PLD-prepared catalyst could be ascribed to three factors: (1) the small size of the Pt nanoparticles
provides a large mass-specific electrochemical surface area; (2) the very thin catalyst layer could
provide shorter pathways for electron and proton transport; and (3) the good porosity of the catalyst
layer could facilitate proton and gas transport.

The results reported here indicate that PLD could be a practically useful technique to deposit
catalyst for PEM fuel cells. The performance of PEM fuel cells could be further raised by using other
kinds of carbon support such as carbon nanotubes [35]. In addition, further reduction of Pt loading
could be attained using an alloy of Pt [36,37], and the advantage offered by PLD should still hold
for this case. Furthermore, the flow distributors used in this experiment were not optimised for
this particular fuel cell active area yet, and thinner PEM can be used to reduce the proton transport
resistance [33,34]. With the combination of pulsed laser deposition of Pt alloy, optimal carbon support,
and optimal flow distributor and PEM, higher current density and power density could be achieved.
Experiments are being conducted to implement these configurations.
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