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[0077]

[0078]

[0079]

w gl oA AAjdel uet, vl @A

- -1 -2
em ©]AF; EE 0.751 pmol min cm ©]

AAl ]
AkstE CNT(O-CNT) 9] A=

gz CNTOMWONT) &=, 34 o= defxd W

o RS
713}shkS Al A~ 0.740 umol min cm  ©]4F;

ZIHSdl 10-2023-0094762

H&A (a-NiFeO) oA &5 AFSAA AH8E - &4 dof ¢dS st5a, FFFed25E &

0.750 umol minﬁ1

AFo] Hy0, ABAFE 2 1.45 % o) AF; 1.46 % ©]AF; 1.463 % ©]XFe] SCCE

401 ofir, 3st7]e] 53 A
2RE douA e WY el

2

| MWCNT (400 mg)<} H2F(60

Holl whet AF Aol oja] Absherqict.
wt%, 400 mL)< 500 mL 37" < We frg] Zehadel Hrbeith. veo®, ek A7 W] @2
EAE AFEa 3 A2E Yo &k 2V FAT. REF 80 TollA 48 A7 Bt fA% & &¥E
& A2(-25 C)oz WZsta, fa, oFsta, F4 plel =9 wizbA] FRFE o8 H AHET. wHA
HoR, MES XF 220l 60 CollA ¥ AE=A AT

B4 (50 mg) 150 mLe] DMF(150 mL, Sigma-Aldrich, <=, 99%)Z 250 mL chemical storage bottle ol
Ya 158 B9 25 % MEo R ¥ 253 XE¢t § bath ultrasonication 2 A|ZF §<F FAAIFH T, EAAS
ZYUHEGEZFoREA FAB(0.45 um 71F A7])& & oJ@Etar olAE(600 mL) o2 33]o] AA AlH
SFATE. Tl &, as—formed B4 A|ES WEHANA ZH2HA wola, 60 T I3 224 g A
ZAIZ T

AFe Fa] e T AR 1.0

il

o} & AxA FHAER e o] Aslal o FA| =X E Yol 0.25 cn A (geometrical area)S

HEZH ATl E
PbI,(Sigma-Aldrich,
Rur( R3] 462 mg)S LIAA A2+
mg ml )L 70 ColA ¥hA] AA3A mwy

(Sigma Aldrich, anhydrous, 99%)°] &
structure)+= o] Aol Hiy 2¢HA
soll 4,000 rpmel A 60% B¢t 2% Y

el

ojy

T 20%% frAET. U
=

off
o

ob 3k Z o] Eo A 146 +

N

]_

ey
=
=
I:!

[e]
52 70 ColA 15% &<t

m&

MAI(0.063 M, 350 pL)E O rpmellA]
Aojule] A€, =3 3E & 7
(80 nuL)<E 2,000 rpmell A 30%

| PEIE 8N (2-Z2Z3-& 5 ml, = 0.

L 12 o rlo

=

ol =olaL

a@_i%lﬂ%% Agstgdn. =
(¢

4
2 2,200rpmoll A 20% FoF 2~ FZYsla, thgow
old@ e thg ZFelH v 2E(9F 27-29

H
=]

—

~ O
lo
o)
rlo
0

mio

|ZH A7) ESE HEE7] Yl FM AJE(1.0 X 0.7 cm)E ¥ < 70 C o]3te] L£xo|A] HFHAT}o]
=B 8k ool whA] Rl Hz3el).

X 0.7 en)E Avheto] FIOE el fg Yol 1 A FE 9folo]

A,

oF 1 M, >99% purity) AT+ 9:1(viv) DMF 2 DMSO(Sigma Aldrich, 5, 99%)el Pbl,

o, ZE 29 (Signa-Aldrich, T, 99 %) 591 PCBM &(20

s A SXBHAL, MAI(I0 mg ml : a great solar cell)t 2-Z29g
slatdct. &3 d2AstE dzBsglelE g o FE(inverse
, PEDOT:PSSE 1 X 1.5 cm FI0 2 7]
oA 208 %< ofdRatel NILE WA

2 AR FRY wam SRt AES 47 o 5%

3}

Yu® HEg HAd 72 FoF FAL}. tgow,
T2 Y8k, &4 NAPhI, 2&
, 2,700 rpmoll A 20% Bk &
25 85 ColA 102 For ojdH &3},
Zwjjo] 2
3,000 rpmell A 30% E<ot A% AT},
2

12
ot
nj
L
lo
2
Y
e
e
tlo
T L
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HZBXTMO|E B3R T

PALES FH517] 93 0-BP AIE(SF 1.0 X 0.7 ecn)S &89 FW/PSK FH2s=0 AastA giata, A7)
Zujol FI0 719 FHe] 0.25 cn' @] 7]8b8te] e zebr] 18] o FA] FA2 EAld] Gk, FI0 7]%o]
npxjato 2 Hdel S Addste] A AFS G

aNiFe(,/CP o|=&

a-NiFeOx/CP o=+, ZH(III1) o&3Al-oo]E(iron (I11) ethylhexanoate, 0.0358 g, 50% w/w in mineral
spirits, Strem Chemicals) @ YA (1) ole&Alofo]E(nickel (II) ethylhexanoate, 0.0169 g, 78 % (w/w)
in 2-ethylhexanoic acid, Strem Chemicals)E wpo]do] Wi :MAk(0.1520 g)¥ &33dt. ooz, A4
® o] dF(0.1 nb)E (A E 1110022 A3, dgoR, AFA &9 IR (HE3] 2.5 1

L)E P (0.25 ol A3 =% AzEaAT. 37 SolA 58 59 420 F AFS 100 T2 2.26)A
IAZE BoF ofdFeelth. wixte R ofolo] wE JHE J-B Weld epoxy-steel resinz &3ssle] g <f
ololg efmrto] Adste] 0.25 en o WA FRAT,
A71sety 54

A71884 =4E Nafion 117 WHEH A (DuPont)el] 98] Fal® AMase) oyt 9= TFE 310 A 2~Ed|

A Z=38tETE. HO, 29]eS %33}7] 98] Nafion proton exchange membraneS A Egow Pt mesh (1 X

N4

N

1 en), Hg/Hg0 2 carbon sheetZ 747} 749E A, 713 AT 2 24¢ AFom ALSadTt. B AdoA
_]

BE A$E= Hg/Hg0 Aol tial] == ew w42 EV vs. RHE) = E(V vs. Hg/Hg0) + 0.0592 < pH +

0.1189] 9J3] RIE 71 HEE WY, H2Es7] o) Nafion 117 @HHAES ~ 2A3F B¢ S/HFE 4
A R WA, A7) B (electrolysis) ]Zd of HafHe w3 A" IAF{ FVE AAG] S5
HA 108 5% TEE 02(99.995 92 HAS AT, W7 B¢, TEE 0.(99.995 9)7F A7 Wk
AEE FHOR AXHOZ(50 cc min o HER) FFHAAT. HnE 93, BUAY 2P z2deM m;ex
Ar(99.999%) %3t dafdellA HrEs] A= st e AR Y A5 EehE gdew At
sttt

PECEA

FH (5 VDS B A0S FAVSE SHe wE AX W) E Ageks BE 34

L
RS -
ZalE ek, Pt W2(1 X 1 cn), Hg/HgO(IM NaOH) = O-BP/FM/PSK B7|A=2 7v2t 749, 712 2 2o 2
o2 AFESFAT.
B AgoA RE AYE, Hg/Hg0 715 A= dis] FA4=EA e 942 BV vs. RHE) = E(V vs. Hg/Hg0) +
0.0592 X< pH + 0.118¢] <J3] RHE 715+ HL==Z WHIAFAJT. AeS &Q1str] 1% PEC SAH (53] 47 ob4dA
S AZelr] Yal) &, 278 ¥ke-7] (two-compartment reactor)e Fw 24 A|AHOA FIEdrt. ofE=
AT A= B 25 0.1 KOH 84 (7.5 mL)°o] 9 = 2738 ¥kE-7]E Nafion 117 WEHH o2 Fg
sta, WhE A 2A|7F HoF go] oA FX5te] @Adslelgdth.  a-NiFe0,/CP o9} 0-BP/FM/PSK A=
=, 474 71eH A7 A dAFo2 ARgEHS Y.

B2 7] 23] (photoelectrolysis) Ao A NS T4 0,(99.9956) 2 H 2 305 (52 50 cc min ) b x5
kA

o W A|A'le] A7 F7|E AASAT. T3, photoelectrolysis B¢ AsE 0,2 A7|En FH 2]

A Are FHoz Ay wity 7 d&How FFE BA AY TS FEIQT. vuE 98 Bds
A8 zAAN 1E(99.999 ) Ar-E3} Aol WY R AAE s, RE ARFUEE, FAT
M EEE 5V s 2 AT, 300 W A= AT ALgatol

718t8rA WA ow AtsEda, 548 F
A4 HEZ AJEEolAE 1-sun ZAME
PEC-SI01, Peccell Technologies)S A
2 l-suno 2 A3},

k. AgE 7]F A(certified by Newport Corporation;
Aol Wl gy FastA A ste] FI0 SH(FH x=9)dA F&
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PEC H,0. AE 2 AZF3F

H0, ¥Ev, MNhEqoA s HA0=2 date Fuo EHAs FHsta SAH3 7] dod 3gzdd 2ast
T AAEYT.  AwHow AgEE N ATolE-1 4 dd-tlopyl Ao =(DPD, N, N-diethyl-1,4-
phenylene-diamine sulphate)-¥}4F3}& 2~ (POD, peroxidase) ®HE AR&3le] 551 mmolld =S ZAAS% .
=, DPD(50 mg, =>98.0%, Sigma-Aldrich) % POD(5 mg, horseradish, Sigma-Aldrich)Z Z}Z} 0.1 N H,S0, (5
mL) ¥ go]24(5 mL)ol &SA7IaL 5 TolA] G| Rkt wpXEoz | 0.1 M JAYEF 459
(sodium phosphate buffe, 2.7 mL, ~pH 6.0), DPD(0.05 mL) % POD(0.05 mL) ®o1¢] dX = &M ().2 m
L& =38, AAE H0,9 FEo wE MZS 0.1 M KOHE 3FAste] A& IAS =38
FEEsigtk. A¥sE A8 2F BA F4E v= 3 FF=C s X" A2 (Supplementary Fig.
29a,b) old we} A FF H0,9 gkol Azre] & & 300 W A= AZE FYo
2 Abgstn g E A|gko] 20 nmel @AV E ALgE)
o,

ALEY A7Ed AR E o] F o] 83 T5H HilsrL A Al&H

T 12, & dgol A AAdd w, AkstAEE Hy|H o) -HZH ~Tlo|E &I FHI|EME o] &S T
T4 FHastgea A A" NERE UeRd Aol

AbslEl B 7] # o) (0-BP) 7} = 9% MAPbIs(methylammonium lead triiodide) B|ZB A7}o]E(PSK) A=
9} kA Fo](CP, carbon paper) 7]#o] & a-NiFeO,(amorphous—based nickel-iron oxide)®] bias-free Hz0,
S 98 dAET WgE T golojs, FAMAEY =g dFste FANE FT-HAF o] 3 3
Z(closed circuit)olr] 35 & A== . |F 0=, FMA=-F2F 0-BPol| s H.0,E LT},
A ' WS (OER)2, a-NiFeO./CPoll A=Attt w7 slalgs, Axbe] ol% wheks e, deka

shae FAlol AAEE %

T E
of FREAT. FxHFe] Fwe IPCE F4 Aol BAHA

za
ol
o
i)
o,
£
K
H

1041 PCBM ([6,6]-phenyl Cg butyric acid methyl ester),
PEIE(polyethyleneimine) 2 FTO(fluorine-doped tin oxide)®]T}.

T 2%, It A Sl 24 9 A5 S yERd Blojt.

(a) 0-BPY FAF AA & Apzlolw] | Ay AR, ZHEGEF2o|dd wollA 2| A% 0-BPolth(Scale
bar, 1 um). (b) 0-BP2] ©H FA} A}k dud Apolth(Scale bar, 100 um). &, AE AE Fvulo ¥
AE B 52 xUde g1 JMesioh(E 29 (a) 2 (b).

(c) BP % 0-BP] vt ~#EGolnt,

(d) BP % 0-BP9] XPS(X-ray photoelectron spectroscopy) &4 ZAI}olt}. BP(e) 2 0-BP(f)2] Deconvoluted

carbon 1s spectra©|t}.

=, ARl ONTER G A4 &edel] Fe)3 &4 #9158 A 5 A= 29 (o), (d), (e), ().

i

w
rlo
A
2
e
&
[
ox
ox
Jp
2
o
M
>
W,
ox
ofr
tio
uy
=
Y
-
°

= 39 (a) 10 mV s 27 Zo|A HriE BP ¥ 0-BP] LSV (Capacitive current compensated linear

sweep voltammetry)©|t}.

(b) (¢) CPE(controlled potential electrolysis)® 12 A|ZF ¢t A %F(n) © BP ¥ 0-BPe Hejdlo] &
E(FE)olH, 7|4 ox Yl BF HAE YErdY.
(a—c) 0.6 V vs. RHE °llA 0-BPS 7] CPE H|~Eolw, BE AL, 0, 2 FH ZddA ugkstHA 0.1M
KOH &4 (pH ¢F 13.17)0lA Fa=HATE. =, d¥bA<l C e

ol (a), (b)), ().

= 29 (a)dlA O0-CNT= ZHAAHG60 wth)olA 80 TolA 48 AIZF B<F ONTE 2F A Eshe] A3 ar.
BP(Buckypaper) 2 0-BP&=, ZH2F CNT 2 O-CNT9] ofzfel] o3 F/dwal, BP9} 0-BPY FAF A} &Awn7 ARzl
(SEM) &} o]m A ()&= M2 A AZ2d F22902 AA AdE ONT9 0-(NTE YERATE,
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[0110]

[0111]

[0112]

[0113]

[0114]

[0115]
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T 29 (b)ellA] dreRd wRe}k ZEo], BP9} 0-BP=, XAl o] JARF B S ¥ e w2 xWAS
7HA 2 dH5UY. 8E FE2E £A18H7] 218 Raman 2 XPS(X-ray photoelectron spectroscopy) w45 43

sgich. g adE(E 29 ()& BP 2 0-BPel wiEl 27 1.08 2 1.149 D(F 1350cm )-th-G(ok
1580cn ) J= Hl&S Zrerh ONTO] b A pxE RAME falel 00Nl B AFe et
A TH FRE F7LE A8 98 XPS BAE FaEdt(E 29 (d) WA ().

K

T 29 (d)b BP AZ 3} H|wale] 0-BPol tdll Ak o] B4 H]go] ZlElm =z ONTZF AF X E Zo) AlsE s
R e BA(TGA) B40A 715389 &4 AE(0-BP 2 0-ONT) #5719 aztoz <3 gi A&,

ol5e] F7 Z:Lit, E=7F 500 CT7HA S7bge W dAeth. BP(H 0-BP)O ®ha 1s ~#ERE 747}
284.6 eV(Z 284.7 eV), 285.5 eV(Z 285.4 eV), 286.4 eV(Z 286.7 eV) = 289.1 eV(H 289.1 eV)o]L; B
°] EAA shakeup line <, 291.1 eV(Z 291.1 eV, & 29 (e) @ %= 29 (f))oA FlEm o7
shakeup line &, vlE 43 Axlo] 37| (g-x* Ho])ol w} WEE FAxte] Z7hE < Oﬂl:17<] &7 ol
Eietiia=

ol#]3t XPS A=, 0-BP7F 2-HAF 2FAa 39 WS (0RR, two-electron oxygen reduction reaction)ol] i3k i
=2 ZFA40 0, A F92 4e spd v©hel e FxAH FHof] @ O-adhering carbon®} #L #HEV|E X
stsle] BPHEU o ©e 23 H9E JA A Q&S HoyFy. T3, O-adhering carbono] <7k o] 0-ONTE &

o o
o] 24 & N,N—E]Uﬂ‘:éiuo}ul‘:(DMF)OHH 9 a4k 7bsske] 0-BP7F BPREU 23 ¢ @3 A5 A4S vEd
k. 0-BP$} BPo] HEFZo], Zhzt 25 © ¢} 134 ° o]¥, o]&= O-CNT7} ONTE U} A US vekdtl. 0-ONTE,
wE CNTHTE 0.1M KOH &AM o 2 &9 Ae A9E vdehlo] o €A AAE 220, + B0 + 26 —

HO, + OH)3Fx, v 349 H0,(H0, in alkaline solution) A4S YERHTE,

BP 2 0-BPY ORR A5< H szl Y38 9% 0, 2(50 cc . o A 4891(0.1 M KOH, pH ¥ 13.17)°l| A

SFATH(E 39 (a)). O
+= 3 AJWE =0.74

BP % 0-BP¢] LSV(capacitive compensated linear sweep voltammetry) =412 &
Al

BP= BP HU} & /A A9 ¥ & AF WS vekdck. 0-BPe A ]
V vs. RHE; possible initially by the Nernst equation) ®.t} U},

F&:l Jlﬂ

o
o714, A AL, 0.1 A en olAe] Az Ak, vgel, B0, Aol uld 0-Bpel Melge, 1005
Aela, o= 0.6 V olakel WSl Al Bpol thal BER Anrh ErhCE 39 (b)),

53], 08P, 7bE wE AN BT O e doiFel B0E AR 39 1), A& vl
Ewe) sk frEstel AT L7 FAAT BE F871% A4Sl 10l e ORRe]

2 dede B FAE g v dF 29 FE=, 0.6 V vs. RHECA 100 % HAEdoz 1243 &<
© =2 A8 10, & BolEr(= 39 (o).

N
N
s
>
>,
R
AC)
rr
o
=
—
i<

49 5E, §529Y F- A7 S0 4% L B B A4S Soj 2YEE e Roln, 08P §5F
A PSK YANLES] 545 L ORR 24

NE HAFE PAE MAPbL; PSKe] W R v AL Az dAnjd Apxlo)t,
s}

-y
=
%, YE5 B4 EW % 9w T2 29 45 5 AvHE 49 (@) 2 (b)),

59] (a)i=, ol== olF(anodic shift)& WEM= 0-BP A7) Fu, A= F&(FN/PSK FHLE= 2 533
O-BP/FM/PSK @7HAx= FAe] J-E &9& vebdl Zlelvk. 533 0-BP/FM/PSK F A= FX = 1-sun 2 1.56
jJoldEom B &3 ARAFE(Avg. V) 20L& 0, FF0] A A5 2ol gl

9] air mass SFollAl Al EE
A

F 27 9 e SR8 AolT(uA AR 47 F A0 P2 e,
3}

=, 889Y B AVISE olgste] s SN A5 oF 1 Ve A Frste] 1.77 Vo AbAgkd
AAASES BEr (& 59 (a)

oA guEY AAel Agas B BAF WEold. =, - ¥y ARHATES olgae] A B4
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Ao M= Hojd FdF d& 58S BT,
&= 59 (o), wwk §lo] aNiFeO,/CP of==9] J-E wkgolm, 4t =w2, OFRel Wigh A&3 s
BT}

59 ()=, 3d= AANA 8= a-NiFe0,/CP of:=E2] A7+ AL} El2~E (chronopotent iometry test)

% 59 ¢ (a-d)olA 0.1M KOH §9}(pH oF 131714 22 &%7h 50V s ¢ 08 2elA 23 FA3
3, RE 2AY vk 1 pn® Usth. 5, 8 A8 Fuje) 49 152 Vel AAAL 2 nergAs g
% ATHE 59 (o), (D).

% 62, ® e o ANelo] met, 5EA HAsea A %) ¥ Band 5EH dses 44 A2H
o g Mad otk $RTY B Ay Hjsk B A3 ol Adskel TEA Fassa Yol b
TS ANALE Bo FUAT 5 A, 5EH e A #$A L wuE 55 Rdses 4 AxE
o

= 69 (a)=, AAE BlSF HO00 3l a-NiFeO,/CP ofx==2} O0-BP/FM/PSK A= 53 A|AEQ] FH
A Ao FEREe, AMrsd olA BEF 10,0 A 9F ~2.51 mA e o) FAFES AT},

(b)i=, AlEgdeldd 1-sun =39 2d= A &5 0-BP/FM/PSK F319] BEwx] b2 0, B4

k1
o
lo,

(n) 12 &<k 0 VoA &3} glo] ¢F 442 £ 15.2 pmol om 2] 0. & A&EHoz AT 5 Jdrk. o I

T e ¥ FEMME YelE 5719 §53 X9 A dolgE 7Ntez 3

=534 3 - 7] Suiet B ks SulE Addste 54 HAksgAa Ao Theds Adden FHsk Aol

(&= 69 (a) 2 (b)).

T 69 (¢) 9% yFo 8¥d H0.0 A HE&S HAFE adx, LEF yFol 39 dddelA shg 4=

¢ W3l g8 ((Solar to chemical efficiency, SCC); %)o] EAJHTE. 7FF =& SCC I 3o
sgEt. &, 2 AFE T ML s5d PAkstga A A", @A dE AxE F

7 Hod dg A3 a8 HAFU(Z 69 (¢)).

Boatmge B AEZ wxely] e 2= F45(Field's Metal, DI 282 o) 53 2 H0, B4S 943 A

Bl Zl| (electrocatalyst)® 2H-83}=, Absl-H7]# 0|5 (0-BP, oxidised buckypaper)& AM&3l] A%

F7)-f7] HEB 2Tl E (perovskite, PSK) FA=E AEHoz RiEeslst= Aastd. 0-BP A7 &)

2] Hy0, A AeA2 100 %(Faradaic efficiency, FE = 100%)°] <3 3om H-S A|x~®o] 22 dsfd&

FrIHo R Fste] 100 ARE St S5 S Bl . 0-BP/FM/PSK BAAESE a-NiFeOx ot
= A 205 AAEE ARES] HRE Hd 10, Aiks AldFew, ofs dAZA FHS Algel o

) Haug 7P =& kel oF 1.463 %9 SCCE yebdith.  E3 o] Al2EL 100 % H0, A AeBAS 7pxH

A 1-sun 2% 3dloA]l 45 AJZF F<F ek olgy. PSK, ETL, HIL ¥ #7]Sw
o] SCH) B AL T P R
8 WAste] (0, RN, BAT L PP el e 5 YwUrh. wehd, B owge, vk N A 3

§ TRIY 9 MLE A9 0E s A9 S8 2R asdon Yus] A9 A AF

%
Eodye 10, kS 9% Av|EujE Aeldola kg9l 4ksl-w 7] o] (0-BP, oxidised buckypaper)$}

=% (Field's Metal, FM)ol 98iA HseEdE+= 188 F7]-F7] HZ2B 270 E(perovskite, PSK)(d:
MAPbI;) 7%} FALES AFE 5= r}.

s
IN
w

B ool A B -F7] #HEB A7F0|E(perovskite, PSK):=, FM 9Z4% 0-BP #7] Zwjo] 93] 8202 HE
2 = 9du.  0-BPE, <4yRA mEHQ H0, H7]EFmel 1‘}5} A YXF B (0-CNT, oxidised carbon

nanotubes) & ol #ste] A=tE 4= 91, 0-BPe] 7balel O-ONT F2E AEHela g&%< 7] Fvf 92 &

v
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4 ATk FM(SF 65 CollA = 22
TS, o]E Alole] M3} ol5E FHXdn FE HFEHEEH PK ZES H% B

A
gk 5 AlAEe, B2 Wel 245 = v vsEis PSK S vlalste] FAIZE Sok S B

oL
)
32
(o
s
o
|

2
ol
N
2
f
R
)
o
2

a9k 0.751 pmol min cm 9 H0, AAFET oF 1.463 %9 SCC7F 24

7150 AT 3 Y K0, Al oid 7HE =2 gholl sidEnt

oldat ol AAlelse] WE FAE Aot mwle] o) A lont, Y vEitorll A S A& b

Ak g1 MARSY vgd 4 3 wge] Jhesit. dE S, AWE vlesel dWd U o

2 oHE FIaAY, d/Es dd PEeaEe] ARE I b FdHE 249 e =23EdY, g

THRA B 755 3 due, vg& 74
=

5, 0e AdE ¥

a-NiFeO,/CP

®o OH

__ }e.

—MAPbI}

Nafion Membrane

®43-%

(@)

-4¥8c\/

O, supply

PSK Photocathode

=
=
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