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on

5 471 Step 1olAM AxzE AIFIAES Wi 80 TolAM 3AF S FFARAG. 2 5, olH ol H

(Evaporator)& o] &34 "ol24E

Step 3:
371 Step 204 Az A2EFAE LdFY HEC 1ZA HAH HYEZ FAQ0 A Wi 900 T,
o2 90 F-I%, T4 10 F-3% FH7)ANA 2A7F Bk E- AT, EHEEE 2A7F Tt &Fry 1

Eol dxel ggol A a1 Astel, Uz A B £Eel 900 Tl £WHY] A4 BTG HES

Adee wE doz e Fa, Hus BAvt B exe] wusld 2A Falo] dFEuY BE F43 U
EE W dAgE APs . 2417 DAY Fole T LFuL HEES dow o] B Am AP, o
2A17F FQtellwt EEF I, YAE o2 100%

AL S A FAS) SR 0E FAle] A
715 A8 Y. ke A2 o ©AS Be Il JAE PtNiCo/CE 353 T},

L &

Y
5
Hu
N,
%)
ol
4P
%)
>
A
jﬂ
rﬂ N
ol}l-
il
fols
H-I -
on %
9
oft
oX
i
o
=
o ¥
o
=
(')
i
toty
_‘
o -
2
2o

471 Step 4°lA AxE PtNiCoi/CE &= 29 22 F4Y fres ws7ld & 10 me} 3 ol 471

FAY FEZ= W27 E 30 TE AAE Zo] 97l H|Fd Wil 9F 7FAE 308 %< S8FYUL. o W o2&
Al Al Bo o3 Ayl Al Eujo) o whel dElAn, 0F A X 150 T ot Wz AAe 4
C QBN 30% For ARAN F|

<Hl2d 1>
Ao 194 Step 55 FHSFA] XL Step 47HA] FaAs FHulE A 25
<H|2d] 2>

Ao 1A Frl] A2 £AE Step 3, 5, 4 T2 Fste] FulE AZ3QI.

<H|n o 3>
AAld 1A &2F AAE g &AM A AHEEHE FAY 55 W7 didl Hu s Add vo] EAF
HEEZ o]&3le 7124 #AdA & g st Fulg A=3s30.

<Hlid] 4> W3 YAe] GAE g HA o|dA F= v PtNi,/C

H 1l 4= A ES (US10038200, KR10-2119921)9] AA o] 19 A% WHo R Alxd AoR, A7) Axd 19
A AZE Pt/C =vfo] PDA Z¥ % Ni A7A(64 mge] YA YolEdo]E(Nickel nitrate, Ni(NOs), - 6H,0))=

J2psto] of=ar 95 H-ul%, A 5 FH% ZH7|dA A Eete] ©@as HE mge] gAH PNi/C des Al
Kl

lm }-N

)

zatgitk. 38 F HAYZ Mg vo] dAE HEE o|&ste] Axd BN 2F AHEE Pl @AF
Ho F9E& A7 F A gt HFH0E PtoNiy/C FHE A=
<H|2d 5>

Hlate] 5= Alzd 1ol4 AxF Pt/C FvllE ARESFSITH
<A 1> #Zo|-d 729 S <

A 12 Be I9 94y a¥d=2 JF4E A a8 gaet g 205E 2te FZo-d Fx2E g5 A
3te] AAld 1o Az Fu)(PtNiCoi/C)S] FHAAAwR 7 (Transmission electron microscope, TEM)}

EDS(Energy dispersive spectroscopy) line scang ©]-&3dlo] X315},

= 32 AN 1olA Alxg Fele] TEM ARlE dehd Zlow, Be 519 a2 A2 Fol%= 5 mm el



[0121]

[0123]

[0124]

[0125]

[0126]

[0127]

[0129]
[0130]

[0131]

[0132]

[0133]

[0134]

[0136]

[0137]

[0138]

S550ol 10-2384500

QA7 2o pER 4

tlo

HojFE),

4= 2N 104 A zx3E Z=uje] 117F 318 9FA]ok(High Angle Annular Dark Field, HAADF) o]m| x| (g% A+
2 oolu|x] g A M W (Pt), Y 2,
dispersive spectroscopy) line scan X2, FX o] 2d FTH F dXoz <lg] YAy maweET} T4

o BEHHC] ;lE YHkn WF 205 2

Fr
He
AN

<Agd 2> FA-FF 2LF Y o @G4aF AA a7 I

Jof| 22 FA-FF & A 2HE F13t7] fste] AAlo 164 Az Fu)(PtNiCoi/C)eF Hlald] 1

oAl Al Azt FHul(HA]o] 1oA] Step 55 FA3A] R Az Fu)E W tl=3 A= (Rotating disk

electrode, RDE)o| %E¥3}e] =34 dF (Cyclic voltammetry, CV) 2 A& FA} Aet-AF(Linear sweep
q

voltammetry, LSV)S =743 2¥o|t},

flo

i

% 55 AAd 1 # Had 104 A Z% EujE RDES| =Xste] AAh E3F ZANNA C(VE F5H3Fe] vlusk 1
PgzZolt}. (Ve e #Ar|3lstz &4 WA (Electrochemical surface area, ECSA)S A3 94l
AR EY | Wlg-a /g g9 F7]E S0 ECSA9 BlHEdt. 9 F HElE sk e Hlnd 19
A "aTol gl A8k W AN A /2 93 FAoh. 9, 0F XY E DA AAlo 19
AE daFo] AAE Mg FHAAN i &/ FA47t A,

T 62 AA 19 Bl 14 Az FujE R
2 AFE 3HAAA LSVE S35kl Hlulgk ejzoltt,
(Oxygen reduction reaction, ORR)o| o3t &S 54
814 (On-set potential)e] =, H07F AAFHE
current)7} 55 ORR EA4¢] Atk o2& A7
A e g AAlo 19 A§ vhhFo] a7

Lo

g Sqatx ge e 19 F5 OR B4 4 WA, oF
o=

AAE ] ORR &7de] =t

A 3& Hlule] 2 2 AAd 1oA Axg HujE RDEY Z=3X3te] (VE FA3ste] ECSAE AlLtg A oltt.
£

T 78w 20 wel A F bR oF AYE Wysle] v@AhZFo FE Ni, Co F59 v a3z 3k
Btz Ao f3k ZATE e Aolal, T 8= HId 204 & AYA LEE 25 T, 50 T, 100 C,
a3 150 T2 dlste] Ax3 Su]E RDE =3Xshe] A E3F XA F5438 CVollA ECSAE ALtste]
o] A e A =

= 8ol & A A 25 T By %7} F71ekd ECSAZE S718hA] & 100 ColdE 23]y o2& A A
B} ECSAZE ZolAE ATS Bt ol 4% IAE Nid (o9 &v) E3E g@iZo] AASEE 7] u
olth

T 9% AAd 1o upet A T AHeE 23qste] FE Nidg Co 35S AASI, 2F AgE Jayste] g
AZo] gHAHoR AAHE RAEE Uelhd Aolal, & 10& AAd 104 & AYA 5= 25 T, 50 C,
100 C, Z@al 150 T2 d2lste] A3k ZulE RDEo| Zxshe] A4 X3} ZANA F4e (VoA ECSAE Al

T 109 E BAFe = Nid Coo AAR, 25 A 2571 S71ekd 25 A 3 ECSA7) adpdos &

<HE £ 2E A W e 2ALY-Y (Scale-up) A AP o] &<

Agel 4= Wie] 3 2 AAd 164 2= Azl Al lbatch & Fule] L sl Az Fule] vHaF A

3+ (Membrane electrode assembly, MEA)S] IV #= 3 (polarization curve)g #2413k Ago|t},

¢

% 11 vad 304 BaF AAE AF 0EA A ASHE HUs N9 el a4 wEd g 2
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[0139]

[0141]

[0142]

[0143]

[0145]

[0146]

[0147]

[0149]

[0150]

[0152]

[0153]

Lol

S=50dl 10-2384500

T 12& H)ad 3o & AEA] lbatch ¥ =S 35 mg, 175 mg & 500 mgl & G dte] A X3 =S 7))
A8 HoZ 3lo] AZ3F MEAY IV B ZHolia, & 13L& A4 194 9FEA2 Al lbatch ¥ £%S 35 mg
= L=

o= sto] Az MEAS] IV 2= =2deltt, ofel] wp& vl

= 1000 mgo E gylsle] A% ZuE A W
o 3 2 AA 19 MEAQ] AlTS Hlmsle] E 1o YERNAT.
F 1
Z] Al A9 (Cell Potential (V))
@ 0.6A/cm2 @ 0.08A/cm2

Hlalo] 3 (35 mg/batch) 0.6822 0.8429

Hlawe] 3 (175 mg/batch) 0.6173 0.8316

Hlale] 3 (500 mg/batch) 0.608 0.826

Ao 1 (35 mg/batch) 0.69 0.845

2IA1e] 1 (1000 mg/batch) 0.6906 0.8451
£ 12 % E 1014 B 5 kol, vme 3004 AxF Sl lbatch F Fu) ol SRl mel el Ha
gtk Hlald] 32 0F A7 Aol HUA APy e ddd A7|e ¢Fuv BHE 94 FHuf 9o E FH
A 0E2e NYT WRR ST A4 BAoR AYH WE o B T} BT e o En
AEol gold WY, 5 eEie] gEe] Belde], oF Adsk: 49T gl WoldFE wBaF A
A37F "ol wde] gtk
W, %139 E L4 B 5 QEel, A 194 AEE Fuhe Dhatch % v %ol 1000 ngo® 713
T Aol AT, AAld 12 oF AHZA 748 fsF RES7E E4ste] vk &l Fujel &
Yo oA ¢ WEgoeR o0& JtAE ZEFo] H3T] UlF S R o] 0.F Jhxd o3| AR 4ol
HES-SHAl ). o] AAA o FE Thaet FHuje] HFAo] mobd AT AA F&o] Foldd wEk Ui At
o flstty. ok, Eo] =4 A o5 o ©AaUt 2kslE = HEgo] EZF o] fdsta mEA A Fol
AAE 4 A},

AEd 5= Hlald 4 D AAA 1o Axze Fuje] =A== A EA (Membrane electrode assembly, MEA)S] IV

=
2= I M (polarization curve)S BA1% A& o|t},

T 4% vl 404 Aze o)

o5 3sfo] Axg MEAS] IV &

)
s
ll
e
=)
’:5
g
=
N
c
o
i
>,
2
=
=2
>
2,
BN
e
Iy
=
’:5
-
£
I
o

=
c
Ll
)
[0
I
5]

L
- il =
A B gdF 2AE FEZEA2Y Z=v dxWEEF7](Inductively Coupled Plasma Atomic Emission
=
=

Spectroscopy, ICP-AES)ZE A3 Ay}

Hlaste] 3E 2] YER AT

# 2
=) [CP-AESZ =733k, A A9 (Cell Potential (V))
A e 24 @ O.6A/cm2 @ O.O8A/cm2
Hlule] 4 Pt,Nig.or 0.648 0.828
AAe 1 Pt4Nig.gCoo g2 0.69 0.845
I

2 %
=

FAY FE5F WeINE o188 £4-5F oF AY /1% P, Ni, Co 4F FF mdE 17
o

Aol, A4 @AdA e Ags FHE olF FE FvlE AT Hluld 4 i

=
T

<ddd 6> PtNiiCoi/C Frllel W tfu] FA 3 T4 F4 &<

Add 6& Blald 5 2 AAld 1o A3 Zujo] v H kA (Membrane electrode assembly, MEA)S] -

_13_




[0154]

[0156]

[0157]

[0158]

[0159]

SS=50ol 10-2384500

A G &2 (Mass activity)d IV &£ A (polarization curve)S 4 Ao},

T 15 Hlae] 5 F A 194 Az FujE NAE WoR 3t Axg MEAS] A & 24 (Mass
activity)S UER ZgZolxm, E 16& Hlale] 5 2 HAld] 104 Ax3 i Jihs How dla, H

5¢] 2Y @S AAld 1 tiv] 2] 8}04 A zgk MEAS] IV &= F4ES vebd refxojrt. o] wE Blale] 5
2 AN 19 WEAS] A5S nlmsle] F 3o el

Z3
Z ) Mass Activity Al A€ (Cell Potential (V))
(A/ mgp)
@ 0.9V @ 0.6 A/cm2 @ 0.08 A/cm2
Hlald 5 0.2206 0.685 0.8344
AAA 1 0.53784 0.69 0.845

* 15 ‘j% 3 30]]}\1 % Z’: %%0], /\E]/\]c'ﬂ 10117‘1 Z'ﬂ ]' &HH(PTZ4N11C01/C)L‘\: Zlﬁé ‘|Q|‘
2 & AY 71 Pt, Ni, Co 48 T+ 2= vlad 59 S (Pt/C)E AFHEgH 49 div] <F 2,581
FA 2 #A (Mass activity) 5““3 HojEu),

] L T
=

e oo FYsta FH-FF 0F MEPS FIYst AxHo=ZH Ry ¢ aFRHoRE vaFol AA THE
s wek ope} gfFAbel Sold ARUAE nBY 2 T A

=9

Ed]

@ @ON @c

Step 1.
Palydopamine(FDA)

Graphitic C2C

PH/C prepared by polyol PDA coated P/C (PDA-PY/O)

Step 2.
Metal salt (Ni. Co)
impregnation

Step 4. Step 3.
Acid treatment for removal of Heat treatment
residual transition metal at 900°C

Graphil

Carbon layer coated PN, Co,/C
with Pt rich shell

Step 5.
Vertical-aqueous ozone treatment
for removal of carbon layer

P1,Ni,Co;/C with Ptrich shell

_14_




Glass filter

20; + 4H* +4e — 20, + 2H,0
C + 2H,0 - CO, + 4H* + 4e

Aqueous
solution
with catalyst

Water bath
with set temperature

EH3
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Intensity
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0.02 A
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Current / mA

-0.01

-0.02 4

Co

1 2 3 4 5 6 7
Distance (nm)

-0.03

—— H|@m0j1
A0 1

T T T T T T

0.2 0.4 0.6 0.8 10 1.2
Potential / V vs. RHE
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004 —— H|:O[1 " — o
— A1

-0.5

-1.0 1

Current / mA

-1.5 4

02 0.4 0.6 08 1.0 1.2
Potential / V vs. RHE

HES 4%

H|m0of 2
30 4

25 4
20 -

15 1

ECSA (m%g)

10

Ozone X 25°C 50°C 100°C 150°C
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- REKXZ

A0 1

ECSA (m%g)

Ozone X 25°C 50°C 100°C 150°C

WA Ham

waip- CO>

_18_



EHI2
1.0
H|mof 3 —o0— 35mg/batch
0.9- —o— 175mg/batch
N —o— 500mg/batch
0.8 g
PGt
> .ho L""\"‘_.—
= 0.7 - Oxy :HU\O—Q.,
E 0 e ..
3 ' \QQO HXD\
o OQO e
a 0.5 Vo 5
O‘QS‘“O\
0.4 - "'"“(:-\f:
0-3 T T T T T
0.0 0.2 0.4 0.6 0.8 1.0
Current Density / Acm™
EHI3
1.0
AlLA 0] 1 —e— 35mg/batch
0.9- —e— 1000mg/batch
~e.,
0.8- Py
> .‘.“*0..
Z 07- it S
s .“\
b= »,
EOﬁ—
£05
' h |
0.4-
0.3 i .

0.

0 02 04 06 08 1.0
Current Density / A cm™
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Potential / V

Mass Activity / A mg,,”

1.0

0.8 -

0.7

0.6 -

0.5

0.4

H|m0of 4

0.9—& A0 1
N

0.3

0.0

02 04 06 08 10
Current Density / A cm”

A0 1
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EHI16
1.0
0.9 - ! _— JéIAIGI1

Potential / V

0.4 1

0.3 T T T T

0.0 0.2 0.4 0.6 0.8 1.0

Current Density / Acm™2
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