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[0066]
[0067]

[0068]

[0069]

[0070]

[0071]

[0072]

[0073]

[0074]

[0075]

-2 s} W (impregnation-activation method)oll oJ&] XA F& FHulE Axdh= &<, &
T

= =
E g s B B EE T Wl BN $4E 4 9

% 1o B o AAde me 94 B3 AF% S0 % 0 PEA
& 5

3Pt/CNT_IL c,
EXAFS 2% =3} 3Pt/CNT, e, 3Pt/CNT_IL, f,
Lot

7+ GAl A e atne] £xS 9stalr] 9
A ASHes AARY. WA, gde 2
(carbon nanotube; CNT) A|AA| ZFol| =
FolM N H 09k 22 HEHz e =
(anchoring site) @A 2F&3le], 2%
ot Beld 55 A AE "uAgs

2 3Pt/CNT_IL_Si0s,

3,
A7

>
)
N
f

oj-Pt /CNT, Pt/CNT_IL 2 Pt/CNT_IL_SiO,.

2 3Pt/CNT_IL_Si0,, d9] HAADF-STEM ©o]wm]#] (A~AY ¥v}: 2nm).
goll gk Wl~E J(best fits)S YEA

% 19 adll E=AJE wpeh o] A} @Ak 5
2] & ¥Fsl= oA HAA(ionic liquid; IL)E B4
Qata 450 CellA old® 33lrt. 3
& AFA 2AE "EH (trapping)"3t7] $Igk gk AA

¥ F2E FES F Jdvt. vegoe®, 4 &
3 d A3 @A Hdoll Si0, REFS IA”HIII T

ZIHSd 10-2021-0040673

4

=
o

o
%
jatal

4o Ug Edy 9 ags” Ade

— =

b-d, 3Pt/CNT b,

e-g, Pt Lg-olA ks—ﬂ%%

oo

=
o

5

U

B

AR HAH -

(W o [T oo

|
9 A
4

540 5

\]t

Aol gy 3 7HA] Aoldt T2 EF (= 19 b A dell & FulE Pt vl (3 wt% Pt 29, 3Pt= ®A])
ANz He-7+ A obrok AL T3 AA} #w| A (high-angle annular dark-field scanning transmission
electron microscopy; HAADF-STEM) oJu]A|= AlZtslal 4= Qlvk. Pt WAl (HPtCleH0)7F o]/ HA(IL)

gl Adegt =9 9A (3Pt/CONT) glo] ONT Zdell 3l
b). HPtCls - 6H0 (3Pt/CNT_IL) ] 3H3 olzdel o] A (IL) =¥

gdst 4 o,

Pt NP ca. 1 nw7F BAEEHAY (= 19
9AE F7istd 9 24 Pt AlolEg}

Pt thegiArl 44 F AT (E 19 o).

o]l AA @ Si0, TY WAV BT o]g9d w] (3Pt/CNT_IL_Si0,), ¥A} ¥4k Pt Ao]EVE EHA o=z KA

Ak (= 19 d). 3 M9 Fu) (= 19 e WA g

7] & 12 o] HAdo whE 3Pt/CNT, 3Pt/CNT_IL 2 3Pt/CNT_IL_Si0,9] Pt Ls-ol A k3—7}%? EXAFS 2=

AEgo] oie vY shebnEE vepi,
¥ 1
Sample Shell CN R o AEy (eV) R factor
(A) _ (%)
(100 A")
3Pt /CNT Pt-C 1.95 + 0.35 2.06 + 0.02 10.0% 2.9 £ 1.9 0.7
Pt-Pt 6.38 + 1.40 2.69 + 0.01 1.7 £ 1.7
3Pt /CNT Pt-N 2.86 + 0.84 2.03 + 0.02 85 + 3.1 56 + 1.7 2.3
1L Pt-Cl 0.67 + 0.14 2.30 + 0.02 5.0%
Pt-Pt 1.40 + 0.59 2.74 + 0.01 7.8 + 1.6
3Pt /CNT Pt-N 3.03 + 0.95 2.01 + 0.02 58 + 2.8 3.4 + 1.9 2.7
-IL_Si0, Pt—Cl 1.03 + 0.18 2.98 + 0.02 5.0%

CN, Coordination number; R, bond distance; 02, Debye-Waller factor; AEO, Energy shift; K factor was

obtained from best fit of respective catalysts; * denotes fixed values.
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[0076]

[0077]

[0078]

[0079]

[0080]

[0081]

[0082]

[0083]

[0084]
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24
A

pul

’*HHA EXAFS 29 E% W 3Pt/CNTE A A1 Pt Y=g Ake] S UEME Pt-Pt 2 Pt-C Ao Wik 93
= e Ha 19 e), whHol| 3Pt/CNT_IL_Si0,E= UA #2F PtE AN F = 71 94 (Pt-N 2

Pt-Cl)oll o8 Atgte] tla]Awt 3 JelAT (= 19 g). 3Pt/NT_ILS NP 2 U} BAF AJo]E E thoj

sk EXAFS H 35 Ho] Tt (£ 19 f). HAADF-STEM 2 EXAFS B4 x} Bal 24 Zu] A% gt o]

22 2AZ B3] RoFr),

ool A 33 Pt 29 (1 wth, 3 wt%h, 5 wt% 2 10 wt%)S zrE= Pt v A x| thdk H HAS I

gt

To2E Boabgo] Aado] wE gk pt Yo Ewje s

1 wt% (a), 3 wth (b), 5 wt%h (c) & 10 wt% (d) Pt =S 2z

1 wt% (e), 3 wth (f), 5 wth (g) % 10 wt% (h) Pt =9& 2z
i-1, 1 wt% (i), 3 wt% (j), 5 wt% (k) 2 10 wt% (1) Pt 2EF<

Aoltt (=AY B 5 nm).

1 FA4 Ao QJFS vERA =dolth.  ad,
= Pt/CNT Zvu 2] HAADF-STEM ©]m]#]o]iL, e-h,
= Pt/CNT_IL Zvje] HAADF-STEM o]wm]=]o]iL

ZH= Pt/CNT_IL_Si0, Zv <] HAADF-STEM o] Ul

5 32 B odtio] Aade] wE ksl pt S ZHeE 2uje] Pt YA AY] BE d|laEa¥oe|t. a-d, 1
wt% (a), 3 wth (b), 5 wth (¢) 2 10 wt% (d) Pt YL zre= Pt/ONT Zvje] A7) &
wt% (e), 3 wt% (f), 5 wt% (g) @ 10 wt% (h) Pt 29L& Z+= Pt/ONT_IL Zwle] =7)
1wt® (i), 3 wt% (j), 5 wt% (k) 2 10 wt% (1) Pt 292 2zt Pt/CNT_IL_SiO, Zvle] =~
ofth.  dlxEase Suje] HAADF-STEM ofvlx|elA] Hoji= 150 7 olde] Ate|ES Ao mn deojpin.
S|2EIMe] QBE Adtd FAEHE A= Pt Ho A9 EF AXE Y,
Pt/CNTS] HAADF-STEM ©]u]x] @ 7] BE J|2AEIP (= 29 a2 WX d @ & 39 a x| d)& Pt 2o
Algle]l bare CNT Aol Pt NP9 #AS W3atA wojErl., Pt/ONT_IL v A9, A #4F Pt Alo]EV} 1
g 29oA AAEAT (= 29 e T % 39 o). L}, Pt 290] =78k ulgl, 9z} B2F Pt Ao E
o] FAYAZIHA Pt NP U=yt HHHoR F7lske Aol #FHAJY (= 29 f X h € = 39 f WA h).
Pt/CNT_IL_Si0, Zvj Alg]=o] thal, Pt Y=dAFe] FiolA Aol B AsEAet. YA B2k Pt Alo]Ex
1wtd 2 3 wt% Zujol] 3] Ed-o2 FAHATY (& 29 i, ] 2 = 39 i, j). 5 wthPE, Pt Y=gz}
7} R8}sk7] AlFFe A, v dake] AR 10 wth Eujol A S7METE (= 29 k, 1 2 = 39 k, 1)
T 4= B odbgo] AAde wE L 2 Si0, Z¥ 9AES 53 =nje] XRD #¥e] A (Evolution)S YERICE,
a-d, 1 wt% (a), 3 wt% (b), 5 wt% (c) Z 10 wt% (d) Pt 29E zr= Pt/CNT, Pt/CNT_IL 2 Pt/CNT_IL_SiO,
Sl Alg]z2] XRD SEo]t},
Zuo] A=) X-A 314 (X-ray diffraction; XRD) & (%= 4)& HAADF-STEMS] Z#E . 3 wth, 5
wt% 2 10 wt% Pt o] AE (&= 49 b WA d)o] AF$-, X+ W-T4 -4 (face-centred-cubic; fcc) Pt
o (111)9Hol thgsle] ¢F 40 ° F-Zol| A Pt/CNT_IL_SiO,, Pt/CNT_IL, 9 Pt/CNT Pt A2 HRAH o=z 7Fslw

o,
a7] ® 2t B el Aol mhE Y bt 298 2% Sule] 1P-0BS AFE Ui,

* 2
Sample Loading
(wt%)
1Pt /CNT 0.9
1Pt /CNT_IL 0.9
1Pt /CNT_IL_Si0, 0.9
3Pt /CNT 2.7
3Pt/CNT_IL 2.6
3Pt/CNT_IL_Si0, 2.7
5Pt /CNT 4.8
5Pt /CNT_IL 4.8
5Pt /CNT_IL_Si0, 4.7
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[0086]

[0087]

[0088]

[0089]

[0090]

[0091]

[0092]
[0093]

[0094]

[0095]

[0096]

[0097]

[0098]
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10Pt /CNT 9.8
10Pt/CNT_IL 9.6
10Pt /CNT_IL_Si0, 9.5

o] HAADF-STEM Z}o} d=x|gtt},
emission spectrometry; ICP-OES) &4 (& 2)& Pte] AA|l 2H9]
(nominal loadings)¥} fAFstth= RS UERA

of dutHow e U wlg- 2L NpE A
A4 2% SHlE A A% o4 AA(IL) R Sio, I8 A4

AR A F5 ESolE Qs 9 1L 2 Si0, Y 9388 Y &eH

K
rr
(e
i
o,
10
i
>,
2
o
=)
il
By
N
i
2
bl
10
3l
iz
fru
B
=
i)
o
kv
o
=

(b)) HRTEM o]m|=]o]
T 62 R owo] AAde] wE ONT o] IL Z% F Hjgd s 3y
o ONT_ILS] XRD #H&lo|t},

o7& B oame AAdo] wE ONT 2 CONT_IL WlelA &4 4

ZJgi=Zolr}. a, b, ONT (a) 2 CNT_IL (b)¢] & 1s XPS 2FHEY .,

450 TollA o] AA(IL) & = AL ody F,
resolution transmission electron microscopy; HRTEM) o]w]x]o] 2]3f
2d ol wdatA AAFHEAT (= 59 a, b). <]

[BZ =E 1]

CNTAel| o] 24 HA(IL) =¥ ¥ HFd d2F9 44

ONT_IL (%= 59 a % b)) HRIEM o|vX]+= IL ¥ F HAA &4 F9o IS vednk. o

(% 6) @ B2 1s XPS ~HFEH (& 7)& HRTEM Z2H2 =8}, (NT
o3k AR XRD A E Ho] F9a, "hHo| ONTUILS B4 g49
A w719 ayelE (002) ¥AE JeERNRIT. 2

o 5 sp2 C =

sp C-C 2% 2 c-0(N) A%e TS vepiet.

FE A Fazeh Y PE BPUA
BE Fujol
HAADF-STEM, XRD % ICP-OES
angolets A% melFL.

CNT 2 CNT_ILS] us=
a7 vpe} o] (NT Ao ®]A A g
59 XRD ¥ (=

photoelectron spectroscopy; XPS) AFEH (& 7)& H|AA = (BZE =E 1)9 ¥

nductively coupled plasma optical
Algze dgg 33 =249

dshe w3 9 34s WY

o
)

st7] flsl, Z7ke] s dAE

=do|t}. a, b, CNT (a) % CNT_IL

F P4 el sl N
& gelel s B AnE e
Fab A% @17 (high-

6) 2 X-3 FAA FPW(Cray
e F7hz 3l shan.

E9 XRD #H#

oF 25 ° o] ztylolE (002)°l A

42 A He #o WA @

T B

hel AR A e XPS AHEHE (NT7}F

C Agto & o]Fojxgom (NI_ILS, HRTEM o]m]x|o] we} sp C = C A3} 3 Adsr ko

3t7] 3 3& & dHe] AAlde] mE ONT 2 NT_ILS] €4 4] A3E e
* 3
Sample Contents (wt%)
C H N 0 S
CNT 94.8 0.1 0 2.5 0
ONT_IL 72.6 1.6 13.6 10.8 0
CNT 2 CNT_ILY 94 B4 A3 (F 3)= ONTUIL (13.6 wt% A& 2 10.8 wth AA) oA e =da} &=k
o] ONT W (0 wt% B2 2 2.5 wth Ab2)ol|A wo} A4 =718 e,
T 82 1 o] Axjoo] w2 pt AFA 2 FHE Ao gk XANES ~FHEHS YeERATE,  a-c, HPtCl,

3Pt/CNT_Imp, 2 3Pt/CNT_IL_Imp (a)2] Ly—oll#| XANES ~#E

11,700 eV (c) Akele] & e zofrt,

_14_
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[0099]

[0100]

[0101]
[0102]

[0103]

[0104]

[0105]

[0106]

[0107]
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i)

T 95 ¥ o] AAlde] wE Pt dAtA 2 oshE MEo thek EXAFS ~FE- oty a—c, Pt Ly~ oA k-
E

7} EXAFS ~#E=2 2 H,PtCls (a), 3Pt/CNT_Imp (b) 2 3Pt/CNT_IL_Imp (c)o] HlA~
XAS 4 (= 8 2 & 9)2 HZUA-T5 dA5S A & Pt AFAY AAA Abeole] e FE 2
Lo 3t T2 TAS AT, HPtCls - 60,0 Z HgPtC16-6H209] Sk ® ONT (3Pt/CNT_Imp) 2 CNT_IL
(3Pt/CNT_IL_Imp)2] Pt Ly— oA X- A &4 < % (X-ray absorption near edge structure; XANES) = E

T oA ek -4 F o (post-edge regions) A7-A AJH 2 FHHE JEe] FARI AolE vEhiG (=
89 a ¥ BF wE 2). 3Pt/(NT_Imp % 3Pt/ONT_IL_ImpE HPtCls - 6H,09] Z1O2HE 152 XANES ~=HEF]

oAlA AR WH3lE Hel HbH | F AZL ¥ 3 Bol AxoA Hlsk IpolE HGow | o= Pt 5d 2 Cl 3d 4
Ele] EA 3] 7)1},
[EZ =E 2]

HPtClg - 6H0 2 1 3wl AE (& 89 a 2 b)o] tigh XANES 2~ EZH] Hlue X (T2 AH7F g @ 9
YA & o3t HPtCls - 60,08 e & WA 22l vt 244asds Yepdo. o= Cl gzt=e 7 24
o} 3 Pt ATAY Pt oA Pt o] 3 &% LPtClse] A T4L
UeElgE 93 C, D ¥ Bl tig #AE AR (& 89 ool s A= & drk. HPtCl - 6H0% CNT}
CNT_IL S0l X fAeHAl s dAIRt, Pt 5d9k Cl 3d AFeje] EA3lo) A @t ¥ = Bt Waksh xjo|7}
AT, HPtClg - 6H,09F Bl ske] 3Pt/CNT_Impell A 3= B«] 2k ZHAa7F BEEAAINE, 3Pt/CONT_IL _Imp
(% 89 c)ollA &AAZ 747 vebgton | o= Pt/CNT_IL_Imp2te] Pt-C1 ZAge] F71#<1 Avk(breaking) S
(S Rl=

rj(g
o
i
ful
59
ui
o

o
o
)
i
A
ol
rlr
[
ro{'

37 % 4E B ] AA g wE HPtClg, 3Pt/CNT_Imp 2 3Pt/CNT_IL_Impe] Pt Ly~ oA K'-7}% EXAFS 2

HEH ] gt I8 FebeeE vepdn.
F 4
Sample Shell CN K 02 AE, R factor
(A) . (%)
(10" A% (eV)
H,PtCl, Pt-Cl 6.05 + 0.48 2.32 £ 0.00 2.3+ 0.6 11.5 = 0.9 0.6
3Pt/CNT_Imp | Pt—Cl 4.09 + 0.37 2.31 £+ 0.01 4.0 + 0.6 12.0 + 1.2 1.2
3Pt /CNT Pt-N 1.33 £ 0.44 2.04 £ 0.03 1.0% 11.0 + 1.2 0.7
_IL_Imp Pt—Cl 4.49 £ 0.52 2.31 £+ 0.00 2.7 £ 0.7
93 Be AEE HPtCls - 61,09 ZEol A 3Pt/CNT_Impol]l il ekzbut ZFA gl o 3Pt/CNT_IL_Impoll Al &3k
a7 BEEAQ o o= Pt/CNT_IL_Impol A #7142 ¢l Pt-Cl A 7} 2 = dSS yelilgk, o] A
Z Ag]=o] gk EXAFS 4] (2 9 ¥ ¥ 4)& Pt-N ZAgo] Pt-Cl A&} 37 3Pt/CNT_IL_Impell s A} &7
slek 9bA | 3Pt/CNT_Imp= Pt-Cl AZFTE 7S B F9Y. olg ZR=2HE, &3 34 &< HPtCls -
6H,07F CNT_IL Wjell A Clol A Neze] Zzt= wgke] 93] F7F2 FAstEo Pt AF-Ale] 73t 575 AT
T Aot 7S HPtClg - 6H,09F 3Pt/CNT_IL_Imp Abole] 7Zet s 28L& 3hx® Pt dATAe] &43 7A
off &S WHA FHF Pt AFAY A4 dHO ¢S = 5 Ao
a—c, 2%

T 102 2 2dge] AHAde] mE d @43 F WEE sk AF g MS B4 onA|o]
Hy/Ar Z7oA 4 &43F =k 335 3Pt/CNT, 3Pt/CNT_IL 2 3Pt/CNT_IL_Si0,¢] MS ~#EH Wr: (a) H,,
(b) HCI & (c, d)
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[0108]

[0109]

[0110]

[0111]

[0112]

[0113]

[0114]

[0115]

[0116]

[0117]
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2 % Ho/Ar 7} BEONA A2RDNAM 500 T2 222 S Az B47)9 Ags A9 35 dk37]0A
v 9 gzty 7t E RYEEstY d3E Seie] I 243 A4S 2490 (& 10). 3Pt/ONT_ImpEs &4
st & o, Hy &ulel oigk 5438 937k oF 150 TeollA ##Eow (&= 109 a), HCl ARl g 93 (=
109] b)¢} A HPtCls - 6H,07F HC1 = EaES Al gkt

Cl, 29| F7F &= H, 2v|gle] oF 200 T (= 109 o)A #&FE 4= dut. o]k NS A ZEE, Holl 2
& ZalE HPtCls - 6H0 27k Cly, 7F=5 A4Sk w8 Pt-Cl + C1-Pt — Cl, + Pt-PtE &3} Pt NPs2 &
2 ohE SRS olFEHdutm st SPt/CNT_ImpollA o] whE ZAstel= de], Hy, &M (& 109 a) ¥

HCl A4 (& 109 b)o Yo uﬂEM oa) Ha miel o], ﬁmﬁ}—t— 3Pt/CNT_IL_Impell ®i&l ez},
w3k, 3Pt/ONT_IL_ImpollAl, Cl,e Hd ¢ =& 2xda] Askslga, Cl,o I3 WAL 3Pt/CNT_Impe] Zol

s A 724 st (2 109 ¢).  3Pt/CNT_IL_Impol] ™3t H.PtCls - 6H,09] 3 PAHE B S A AA A
ARE Y Bak Aol EVE QAR e $4S AEtEA g Hor Bed § e Aow ®al,

‘!"_;

g&eo®, Si0, @Yo 9& 2AF S%aL, o) WPtCl - 610 FHE S HEZE 224y AoE
(tetraethyl orthosilicate; TE0S)9} E%t3to mx 43)a1%itt.

T 118 ¥ o] AAde] wE Si0, BEF ol A 3Pt/ONTLIL_Si0,9] EZ=x 2 24 #4& ved &=
wolt}, a-d, Si0, o3 el 3Pt/CNT_IL_Si0,9] HAADF-STEM o|u]#]. e-i, &4 (e), A& (), A& (g), 4
2l (h) 2 W (D)ol o3k Si0, ol A 3Pt/CNT_IL_Si0,9] EDS w3 o]wu]xje]t},

TEOSE 4+ e 97] 2|2 A}838kA & AW =% HPtCls - 6H001 93] ¢1A13=(in situ) &% o] Pt/CNT_IL
E9A Aol Si0, 59 FAHS F=sTh. HF ol 9 3Pt/CNT_IL_Si0,2] HAADF-STEM ©]"]A|&= Si0, HE o]
CNT_IL “doll #[A1¥ Az &4k PtE 29 Bol A (= 119 a WA ¢). 3Pt/CNT_IL_Si0,°] HAADF-STEM
g o x| -EAF X-A 33 (X-ray spectroscopy; EDS) w3 oJu]x]= Pt, C ¥ N3} &7 Si € 09 &A1&
ERith (= 119 d WA Q).
T o12& B o] AAde] wE Pt} Si0, BEF Atole] ghatd Jmzgs W Avy] fE F4 <
T3 AME9] XANES B XPS EAelvk.  a, Pt Lg-ollA] XANES %! b, 3Pt/CNT_IL_Imp, 3Pt/CNT_IL_Imp_SiOs,
3Pt /CNT_IL_Imp_SiO, Act 2 3Pt/CNT_IL_Imp_SiO._Act_HFS] Pt 4f XPS =¥ E# . ¢, 3Pt/CNT_IL_Imp_Si0, 2
CNT_IL_Si0,°] Si 2p XPS A EY (AAT &2 BEF =E 3 Fx).

[B& =E 3]
2 atg o] Ao w2 Pte} Si0, ZVF Alol9] 318H A3 Fgo g FA}

Pte} Si0, & Alelel &tehd 45282 7b FH] dAlel digh XANES 2 XPS Ao 98] ZAMEITH (& 12).
ONT_IL XA A7F (i) Pt AFA= =, (ii) Si0, Fo& Y%, (iii) B2 A48, (iv) HFel ¢
d oldE ¥, XANES AHEZHS 559, MEELS SAUE 3Pt/NT_IL_Imp, 3Pt/CNT_IL_Imp_SiO,
3Pt/CNT_IL_Imp_Si0, Act, % 3Pt/CNT_IL_Imp_SiO, Act_HF® HFAIE T}, Pt Ly-ol A XANES (&= 129] a)<} Pt

4f XPS (&= 129] b) A~FEHS HwsH, ofx] T 3 YRl 2 W3yt SAFEA gton | o= Ags}
=9 F7HE el Pte] AR FxoA HAge] WEE W3PS e
bz 7EA 2 3Pt/CNT_IL_Imp_Si0, Act 2 3Pt/CNT_IL_Imp_Si0, Act_HFE o]E Ajold] =] EE 33 A|ZEV}

fle TARSE XANES B XPS ~#ERS Yetiidlar, ol At T AA7 Prol A 725 WA ¥es
olu e}, XANES 2 XPS 2#lEwe] #A 3 Wal= 3Pt/CNT_IL_Imp_Si0, 2 3Pt/CNT_IL_Imp_SiO, Act MZ A}
olo At AL oW, st FAH wo] Pto] HA Fxd JIFS vHTE RS AAREG. g
3Pt/CNT_IL_Imp_Si0,9] Si 2p XPS ~FEHL Ag)7-F-78 ¥ CNT_IL (CNT_IL_Si0,) ¥} Blal 3tgdth. % 129
ce Pto] E=A7F Siol 3ehA Adelel & ¢S VIAA FSE& Ho] FAk. XANES B XPS AHENE, Pre}
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[0118]

[0119]

[0120]

[0121]

[0122]

[0123]

[0124]

[0125]
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Si Atele] Fagh Eah u As 282 HEA Fdrt.

Pt % Si0, & Aelel Fod B9 45 48 XANESS XPS B4l (% 12 R BF =E 3o s iz
kAN, Si0, S $HH WPtCle - 61,09 & 243 Agel 9%F& = & A W/Ar 7F= 55 sl H
21 3Pt/CNT_IL_SiO,_Impe] MS =HE= 2 3Pt/CNT_IL_Impe} FAFSH Myl 5A] ZM](concomitant consumptio
n)E 7HAE HClel dial B3 32 yebdth (2 109 a 2 b). 3Pt/CNT_IL_Si02_Imp: Cl, X3} 942
vebler, o= 3Pt/INT_IL_Imp (%= 109] ¢ B d)9] 2 vaste] ¥ & 52 ALEHOH, §i0, 3

of AAldel we g AFS e AuSel A oer HE8A4S dEd =Wt a-h,
30s/CNT  (a),  30s/ONT_IL_Si0, (b), 1.5Ru/CNT  (c),  1.5Ru/CNT_IL_Si0, (d), 1.5Rh/CNT (e),

1.5Rh/CNT_IL_Si0, (f), 3Ir/CNT (g) % 3Ir/CNT_IL_SiO.(h)<] HAADF-STEM o|w|=|o|t} (AAY ¥ 2 nm).

o Mo

o142 B owbgo] Ax oo wE M/ONT_IL_Si0, Zmje] RE&AE yehdl =wolth,  a-d, 30s/CNT_IL_Si0,
(a), 1.5Ru/CNT_IL_Si0, (b), 1.5Rh/CNT_IL_Si0, (c¢), and 3Ir/CNT_IL_SiO, (d)2] Aul-& HAADF-STEM o©]w]|x]o]
o}

T 152 ¥ do] AAde mE ke 555 b e 545 A A7) BE S 2EIaFe|th. a-h,
30s/CNT  (a),  30s/CNT_IL_Si0. (b), 1.5Ru/CNT  (c),  1.5Ru/CNT_IL_Si0, (d), 1.5Rh/CNT  (e),
1.5Rh/CNT_IL_Si0, (f), 3Ir/CNT (g), & 3Ir/CNT_IL_Si0, (h)¢] =7] ¥ 3|AEazolt. 3JAEIHRS =
v e] HAADF-STEM ofw]#ell A 150 7} o]@e] Algdtomn g5Hdn. s|aEafle] 8% Fddd FAH=
RARS Pte] Bt A7]ek B5 AAE YERY

ggoz ‘9 nAs” HAFE o2 AFSE (0s, Ru, Rh 2 In)el A& Pt Ful Algze}
A XA, HAADF-STEM ©]w]#] (&= 13 5—; =149 2 737 BE 2B (& 15)2 IL 2 Si0, =¥ A7}
d B3] ®BoJFAth (M/CNT_IL_SiOy; M = Os, Ru, Rh 2 Ir). #d,

o

A B ARG TS WA ANGE AL

2= NPsi bare CNT (M/CNT)ollA A3Ad = 9c).

i
[‘«{E

ol

T 165 B wdgo] AAdd & thokdt 54 FS& 7hzl Zufol] o3l EXAFS ~#E o]tk a-h, 30s/CNT (a),
30s/CNT_IL_Si0, (b), 1.5Ru/CNT (c), 1.5Ru/CNT_IL_SiO, (d), 1.5Rh/CNT (e), 1.5Rh/CNT_IL_SiO, (f),

31r/CNT (g), and 3Ir/CNT_IL_SiO; (h)¢] EXAFS ~HE# 9 wWAE & Jebict.

3] & 5= B o] AAoo] whE M/CNT 2 M/ONT_IL_Si0, 2] k'-7}% EXAFS A~ =) tlgh 98 wje}
e & YEATE (0s:0s Ls-o| A, Ru: Ru K-9#], Rh: Rh K- o|A], Ir : Ir Ly;-°lA]).

5
Sample Shell CN R 2 R R factor
7 Any (%)
Ay (10° A% [ (eN)
30s/CNT 0s-C 2.67 £ 0.58 2.05 £ 0.02 5.0% -0.2 £ 3.5 2.8
0s-0s 4.65 £ 1.46 2.65 £ 0.02 8.1 £ 2.0
30s/CNT Os-N 2.67 £ 0.28 2.14 £ 0.02 5.0% 15 £ 2.6 2.2
-IL_Si0, 0s-(N)-C 3.04 £ 0.97 2.88 £ 0.04 10.0%*
1.5Ru/CNT Ru-C 6.60 £ 0.71 2.07 £ 0.01 10.0%* -2.2 £ 2.4 3.2
Ru-Ru 5.00 £ 1.06 2.72 £ 0.02 20.0x
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[0127]

[0128]

[0129]

[0130]

[0131]

[0132]

[0133]

[0134]

[0135]
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1.5Ru/CNT_IL Ru-N 2.80 + 0.35 2.09 + 0.01 50 | 26+35] 038
sio, Ru-Cl 1.07 + 0.60 2.35 + 0.08 200+
Ru-Ru 3.66 + 1.79 273 + 0.04 |24.8 + 0.6
1.5Rh/CNT Rh-C 421 + 0.57 2.09 + 0.01 5.0« |40 +22| 24
Rh-Rh 4.03 + 0.41 2,69 + 0.01 10,0
15Rh/CNT_IL Rh-N 2.73 + 0.81 205+ 00l |28 + 1.8|-1.3 25| 3.2
5i0, Rh-CI 0.90 * 0.19 2.30 + 0.08 3.0%
31r /CNT Ir-C 412 + 0.54 205+ 00l |78 +1.2|43+08]| 0.3
Ir-Ir 6.18 + 0.42 267 + 0.00 | 7.6 + 0.3
31r /CNT TN 3.20 + 0.28 2.04 £ 0.01 500 |95+ 00| 2.8
-IL_Si0; 1r-Cl 1.39 + 0.15 2.34 + 0.01 5.0%

HAADF-STEM Z3}+= Os Ly, Ru K, Rh K 2 Ir Ly-oll#] EXAFS #4o o& F7t2 FZHATt (& 16 2 & 5).
M/CNT_IL_Si0, AE2] EXAFS A~ EZL Ru/INT_IL_Si0.Z Allstars 42 A4 (M-N 2 M-Cleke] Aol o
3 WS JeEhdon, M/INTse] ~HEHLE N-C 4zt 7 MMl 3k 935 vepdith. Ru/ONT_IL_SiO;
oA, 2zt FExHE FEHoE AAHAAT giFEe 42 F4F A EAY (£ 159 d).

AR 4 F0) £ 2 7199 ORR 84 % A=A,

FHLle =4S Avste 9 4 ASE Sule S AFE 2] fe ZPEFoRA A4S T 9
o 9AFor Baw g ymdat v Zbzel] thE 2wl A aslozA 5 A EQ M/CNT_IL_Si0, 2 M/CNT
)& o] ggto =M, ORRCl tidt %uﬂ 4 B Aed As 2AF et Fuje] A Fuf EAL A A
2 (0.1 M HC10,) WoelA 3]Ad

I x

rN
[
W
29
N

rotating ring-disk electrode; RRDE) 7|48 Alg3sle] H7lE <)

T 178 2 odo] AAdd w2 9z B 95 el O Yxedak gsE2 ORR 4 2 A" mluE
Ueld =wolt}.  a-e, CNT % CNT_IL_SiO, Aol A#® 30s (a), 1.5Ru (b), 1.5Rh (c), 3Ir (d) % 3Pt
(e)9] ORR #= =4 = H0, F&ola, f, -0.5 mA cm72°ﬂ*i 10 Mo Fvllel H0, F&oltk (M/CNT ¥
M/CNT_IL_Si0,E= 247+ MNP 2 M E JFAE).

Zule] ORR 5 I 2 H0, & (&= 179] a WA e)> M/ONT ZFulje} vjaslte] M/CNT_IL_Si0, Zvljoll A Zul
g 2 Aelxdo] 97 WAE AL P YERAY.

Pt/CNT_IL_Si0, (0.44 V)©] ORR (-0.1 mA cm oA Eeld= Ao that A A= Pt/ONT (0.97 V)] ol

Hlsl 530 mV A shglvk. wRRIZEAR, Ab 24 0s, Ru, Rh B Ir Fvfls= NP oSzl Hlsl ZH2E 375 v,
345 mV, 195 mvV 2 335 mViHE oW EElEe] Fo] AZEE yeldlitt. AEA SHAA, 5 719 M/ONT Fvl=

T A 0 %9 HO, &S LFERIAEE, M/ONT_IL_Si0, Zvl= -0.5mA cm oA 18.8 % (Os/CNT_IL_Si0,)oll A]
63.7 % (Pt/CNT_IL_SiO») ] =& 3 wef vt 0,0, &5 HeElt (2 179 ).

E182 B el AAde] wE 3Pt/NT_IL_Si0.¢] ORR W72 ekl =welrk.  a, ADT H 3 Fo
3Pt/CNT_IL_Si0.¢] H,0, & % ORR &= =4 % b, ADT ¥ 3Pt/CNT_IL_Si0,2] HAADF-STEM o]®]=]o]t},

Pt/CNT_IL_Si0,9] &4 2 MAelge 714931 A)H (Accelerated Degradation Test; ADT) 5ol ¢tgzog HFEE

Qom | o] 5,000 Aol 2ol W 50 mV s o] 27 HEoA Ne-¥stE ZANA 0.6 VoA 1.0 V Abole] el
20

]

J_/

S AbolEHsto 7 =AY (= 189 a). ADT 5o HAADF-STEM o|w#] (= 182] b)E A &4k Pt A}
E7F $Hglo] Z BEFHUSS B FAU.

A4k M/ONT_IL_Si0, ZFulZFE yelds Sr 549 79S8 938l7] 98, olg SudA oz A94
o] AL Frt, A WAYSL 1HE W, 0, +00He FHE ZWA Ao FHH 1 H0E BAsE 0-0

O

o
Y

o,
o

ofy
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[0136]

[0137]

[0138]

[0139]

[0140]

[0141]

[0142]

[0143]

[0144]

[0145]

[0146]

[0147]

[0148]
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A3 Ak(bond cleavage)o] 93] x4 o2 ATt (934 1 WA ¥kS-2] 3).

«00H + (H +e) =0 + HO (952 2)

50 + (20 + 2) —»H0 (4] 3)

ol wWAUFNA, «00HM A 0-0 ZAFe] dArke] 2l Sk Mowx] o, H0.7F APt (Wh&2 1 % v
2 4).

W0, + (1 +e) =000 (g4 1)

SO0 + (H + e) —H0,(3-22] 4)

ol gt 7|AIHQl el Al ORRe AdElAdo & S AAgE. wekA | M/ONT
BT} M/ONT_IL_Si0,9] o =& H0, Aeide o} B (ensemble) TE 3 Alo]ES Az 3 0,9 &g 52
o] dojd 4= ¢l 7Isksrd mde o& F=2 AWE 4 Jdu. a2y, 5 /e M/ONT_IL_Si0, SlE Foll A
H0, =82 Wsle 7)8latd el oafant 9ds dd 5= Bl Zu)e] Meiy W3l Higs
P83 317] Y, RRY A wlAUSZNA Aeldol] thdt 24 QxS F7l2 24} s8It

#48 wAYZA, 0-0 A%
Aske Fo) BRuE =Fo u

o2 AF87] fetel 7o) A%

o
o
ﬂlﬂ
o
)
0,
O
q o
)
=2
o
%
ih)
ol
i}

rr
g0
o
e
x
r_{
r—;—‘ =

5 19% £ 29y HAAdd mE YA A4 S 0, TPD Z29d 9 olE Fui9 0, TPD J2 =% % HO,
S Abole] IAE JERH 1@ Zo|th, a-—c, YA BAF Zwje] 0, TPD 2HEH (a) Z 40 T 40 C (b) 2
30 Tk 170 C (c) Atele] Shof zgzolrt. d, A #4F Fufe] Al 1 0, B2 93 2%9 H0, F& Ale] 9]
IAE Yehd agzolt}t, e, A 2 0, B2 93 2% 9 AA A F09] W0, & Alele] BAE el
agzolrk. AL A 0, ©F A= e FF glo] 0, A gl nlEEd. Al 2 A 0, EF ¥
a= 7 FHORE 0, ko] Dtel] o5 WA,

0, &%= ZTZW% E-Z(temperature programmed desorption; TPD) A2 S=disle] YA} E4F Zwjjo] o3t 3}
g FaE 0,0 A3 AEE AT (&= 199 a WA o). THFAE, A&k AF AEE UERE ] 0,

gato] gk I3 25 N0, 8 (= 199 d 2 e)d vt A8 @Al (inverse linear relation)E 7FA|aL 9)

)
ofl
o
oy
o
=3
=
1)
)
=2
ilied
gk
oX,
ot
offt
S
%
&
ofj
o
fru
o

5& A imobilizing FORA, £ 1k Hol=F fuReR YR o WYL IV U4 ¥
A o) (0s, Ru, Rh, Ir @ POS AEE 7Fsebi shgor], ol ORel e B4 2 A9y 43S =
e

A% B2 Soh NP Bl wa o e H0, A4 D Ad R B4 vehiglon, o S5 /5

A s Agstel kg Ak AR oluAel AA@Th, AR BA S| FolA, el HRATAE HO,
WAl e AEge st 2o SeERA gasor, 95 21

gtk B owEe 94 2 Zde) Az sl g $EEL AT
Agstel A4 B Foje] G WA AR FE AT 5 Uk,
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[0149]
[0150]

[0151]

[0152]

[0153]

[0154]

[0155]

[0156]

[0157]

[0158]

[0159]
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Ay

CNT ol o] 24 JAA(IL) =¥

AF& Aol CNT (MR 99, Carbon Nano-material Technology Co.)E& & ojd® 2 Ak Hg|d ol& AA st o)A
o Ry Hxfo wigl FHAH BEEES AA s¥e. A-HE ® ONT 0.1 g8 vl 3 (agate mortar)oll A
15 # ¢ 1.44 g¢ 1L (1-¥d-3-"dolntEF HA(EgZFeaddaxd)o|u=(1-butyl-3-
methylimidazolium bis(trifluoromethylsulfonyl)imide), Aldrich, 98 %) 3} Zgaldct. HAAH EIES &

A2 §713 5.3 C min o @AW &Eol A 450 T2 7FAska, N, 27 sholA 450 Tl 1 Azt B9t 4

A AT, EAEE BLS f82 BAstn 83 %o ofAlE (Samchun chemicals, 99.5 %) 0.2 FF o 3}of
ol A3kl CNT Aol 27 &2d LS AASL, 60 T QBN AXAAT,

Zulle] F4]

%2 3 (wet impregnation) @ & Aol o5 Fme] Ag=E Az &k, M/ONT 2 M/ONTIL WS
Azs7] 918, 9ate Fe AAA (NT =& ONT_IL) 2 34 AFAE ofAE oA Edst, Ao L
kst HAZAAY. Os, Ru, Rh, Ir ¥ Pte] A%, H0sClg - xH:,0 (Alfa aesar), RuCls - xl,0 (Aldrich),
RhCls - xH,0 (Alfa aesar), HyIrClg - xH.0 (Alfa aesar), % HPtClg - xH:0 (Umicore) 5% ATFAEA 27k A&
Ak Pt Evle] A%, @4 2UFE 1 %6 A 10 $362 b AT 0.58 Conin o WP HER

ALollA 200 CTE 7FEstal Hy N4 2 ARE §2F 200 T2 FAFORZAN F& ATA-33d AAAE &

RN AT, B o] BAE Fa 200 CollA 350 C& 74Lstn (B4 £%: 2.5 C min ) 350 CollA] 3
AlZE B9t N, EEANA FAEoZN AAHAY. M/CONT_IL_Si0, Suje] AZE ¢, 0.1 g9 55 A4 ¢
ol A 2.5 ml2] HEZY Q22 E]A o] E(tetraethyl orthosilicate)
Fdatar Aol v AxAZT. @48t &, B53AE 10 wt% HF (J.T. Bake
ol |73, ot o k2 (Samchun chemicals, 94.5 %) & A|Aste] A7 =S5 o H ).
£235t4 54

HRTEM % HAADF-STEM o]®|A|&= 200 kVe] 7} HgelA #sske= JEM-2100F HAF &= 7 (JEOL) H XXX V 7}
S FFoleE H il $xF(double-sided spherical aberration) (Cs) ®EA7]7} A2k FEI Titan3 G2 60-300
AujFoz FFGFP. =wjo] XRD AL 40 kV 2 200 mAl A ZHE3dHE Cu Ka WAbAe] A&y 59 X-A
34 A (Rigaku, D/MAX2500V/PC)ell 9J8] =55 Qitt. Zwj F Pt &=k ICP-0ES #417] (Varian, 700-ES)ell
o8 A=A, €, H, N, 0 % Sof 3t d& BAL P& EX7] (Thermo, Flash 2000)¢] <s)
TR, XPS A= @A Al Ka ZAF7]F+(monochromatic Al Ka irradiated instrument) (ThermoFisher
Scientific, ESCALAB 250XD)ell 98l =55 tt. XPS ~FAEZHAL Shirley-type W2t BHA Fo] &3t
(Gaussian 70, Lorentzian 30)-7]%°] 9+ XPSPeakdl AT E ]S Al83dte] o8] Iz B33},

A F5 2% 4

XASE Pohang Accelerator Laboratory?] Beamline 6D % 10ColA SAHETE. AHAH HL 3 GeVe oy %
400 mA9] W HFA 2EEHACE. Si (111) o]F A4 B FZd o]H (monochromator )& AR&3le] YA} F=}
NIAE oJFstar, 12} 1ZF(high-order harmonics)E AASH] Y438 Os Ly, Ir Ly, 2 Pt Ls oA i)
30 % A2AHTE. Ru K 2 Rh K oA A5, w2 dyA dd9oz2 13 tlFd(detuning)o] 3= A
k. XAS SAE A, AME FUE AV-AAE YH (self-supported form)Z A} 3. S5 AlF
of Wk AAY AFE % Felo] WA k-7}F BAFS 2#Ede] @ YW (fitting) e Athena AZE

gol= Apgate]l ST Pro] NE 7 AF (§)E 0.852 LAHYI, o= Pt ¥o] EXAFS ~HEY

o] Feo] o3 Ao]ATh. 0s. Ru, Rh 2 Ire] § e Z7F 0.83, 0.94, 0.90 2 0.760.% 1AW}

Ay MZo] g3l FAS A B4 (Pleiffer vacuum GSD320)9 AdtE Ao &% uk-g-7)o
A

h= -
A BA AT AT 30 mgd AedM AE OB el AZRAAT. o]F, AWZLS e (50 ml min )E 30
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[0165]

ZIHSd 10-2021-0040673

BB HAEI 2 % W/Ar (50 ml min ) Sl 1 A1zF Eet oPASAZT. wiEtom  AES 2 ¢ I/Ar
5% (50 ml min ) SIA 10 ° Cmin ¢ #F SEE ALo]H 500 T2 kA3t

A7 33t 54

A7l sk BEAE gAY -tyyxA A= (rotating ring-disk electrode; RRDE, Pine Research
Instrumentation, AFE7RIGCPT)E 2zt+= 3 A= 7] &8t A (three-electrode electrochemical cell)ellA

7] 3}atA BA17)(electrochemical analyser, CH Instruments, CHI760E)ol 98l <Fa=dct. A A= 2 7]
T HAFozA 47t aduolE 2= " Ag/AgCl AF(ALS)S AFESERIcE. A=A 0.1 M HCIO, (GFS
Chemicals, 70 %, Veritas °l% T/)& AFESIitt. =4 Aoll, RRIEE 1.0 m &Fvv dE) 2 0.3 m
At o FxpH o g dAnpstel AW 7bE (mirror finish)& A1 3k3ick. Fvf Ja= S0 5.8 mg, Eol&
4 100 ul, Y32 (D521, DuPont) 50 ul % o2 (Samchun chemicals, 99.9 %) 1050 nlE &£g3le] A%
dtar, 30 B Bt 289 AE P, AXx® 9= 48 plE RRIEY #81d B4 uyA3 (0.247 cn ) Akl
tE-M2d Y. Ev-mY 9 RRDES 2 Ao w ARt

Zujo] ORR B4 2 Aur= O-%sy AHA oA 5av s o 27 2% @ 1,600 rpne] AT 3)A %o
A A8 A9 EelvEg (linear sweep voltammetry; LSV)ol &) =A=Act.  ZA AF(Capacitive
currents)+ 0,-¥3}5 Aejoll A SHE Ao ZHE N-¥3t% Adfdo]d A& LSV dHolE] = uwjA BAHIC,
IR-BAS 913 g9 A3 A7) &, 1,600 rpm A= 34 EXo A 100,000 Hz WA 1 Hzell A 0.01 V] AC
¥ ZZzog  M/ONTY H$ 0.68 V' M/CNT_IL_Si0,9] 85 0.4 VollAq 22 A7) 34 dud X~ 34
S 5 39y, YolA2E ZFE(Nyquist plot) CZFES] 1Fu} JIoA X-F2o dHS &
AR, EE ARV R-BAY T FEFI[AY. 00, FEL e o Xé”“oﬂ &) AAHUTG: H0, & (%) =
+ (N X i) /i), 71N, 14, B 2 75 && (AxGAdA AF 0.37), d=3a AF L H A

_|_4

Agoz

e

st Asjd delA 0.6 V UIX] 1.0V

=i
it
ke
>
et
i
=]
—
s
o
k=)
8
>
L
il
off
r o
&
2
=
12}
Lo
[
=
4
b1
it
&
I
b

of A WSOl 8 A ARMOR FANAT. ZHe 3 8 wEeln P WelHE vehglth,

PD 22 dAEE #E7]7F 428 BELCAT 11 717] (Microtracbel)& AH&-ste] AT,  ztzte] 0,

TPD A3 Ao, 0.05 g WIS He 52 3ho] 350 ColA 1 A7 (7h2= AAL: 10 C min ) S0 &7]1A1A
APA-E2E 0, e B0 225 AA siglt. €7 &, &S 50 T2 YAA712, 0, T35 10 % 0./He 7}
T+

2 27 sl 1 AIRE st e ths, 50 TollA 2 AZE F<F He #A|sto] ofstA| 29 0,5 A7 k3l

th. TPD AL e 52 oA 500 CZAAS €% (A% &% : 10 C min )2 7t ozn 28w},

oIt ol el WS B QA Sl o 4o, Y 71%5—0@11*1 e A4 7
A AR A1E AAZRE GeR 4 9 el e, AE 5o, A9 EEel 49w wEs o
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