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Abstract

Hydrogen peroxide (H202), as an important chemical feedstock, plays a critical
role in industrial, environmental, and energy-related applications. In addition, H20-
offers several advantages such as convenient storage, safe handling, and a high
oxidation potential. To date, the anthraquinone process remains the primary method for
large-scale commercial production of hydrogen peroxide. However, this method
consumes a significant amount of energy, relies on noble metal catalysts, and poses
various safety risks. In contrast, the electrocatalytic two-electron oxygen reduction
reaction (2e°ORR) provides a new approach for the on-site production of H2O., offering
the advantages of energy efficiency and environmental friendliness. Nevertheless, the
competing four-electron pathway in the ORR process severely limits the efficiency of
H>O> production. Therefore, the design and development of catalysts with high
selectivity and activity remains the greatest challenge in this field.

This work aims to enhance the activity and selectivity of 2e’ORR electrocatalysts
by employing carbon-based materials with high conductivity and large specific surface
area as supports to successfully synthesize highly active and selective single-atom
carbon catalysts. The catalytic performance was systematically investigated through a
combination of density functional theory calculations and electrochemical experiments.
Furthermore, continuous electrolysis was used to produce H.0. at appreciable
concentrations, and stability tests were conducted to evaluate the catalyst’s durability.
The main research contents and conclusions are as follows:

(1) Density functional theory (DFT) calculations were performed to evaluate the
2e'ORR activity of various Ni single-atom configurations. The results show that the
Ni-N.-O structure exhibits the highest activity and selectivity for H2O» production, with
an overpotential of 180 mV, closest to the volcano plot peak. Further DFT analysis of Fe,
Co, and Cu in analogous N4-O coordination environments confirms that Ni-N4-O
maintains the best 2e'ORR performance. Subsequently, a series of single-atom catalysts
containing different transition metals (Fe, Co, Ni, Cu) were synthesized via a combined
hydrothermal and high-temperature pyrolysis approach. Ni-Ns-O was selected for
detailed characterization, which verified that Ni atoms are atomically dispersed on the
carbon-based support and form stable coordination bonds with the support’s nitrogen
and oxygen atoms.

(2) Effects of metal content and species on carbon-based single-atom catalyst
performance for electrochemical H20: synthesis were studied. Electrochemical tests in
0.1 M KOH revealed outstanding 2¢’'ORR performance for 3 % Ni-N4-O, with a current
density of 3.09 mA cm™? at 0.1 V vs. RHE. At 0.1 mA cm = the onset potential reached
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0.85 V. Hz20: selectivity exceeded 85 % under both alkaline and neutral conditions,
reaching up to 95 % in alkaline media. After 6000 CV cycles, H-0: selectivity remained
above 80 %, indicating excellent electrochemical stability.

(3) For in-situ H2O> production, the catalyst was loaded onto carbon paper to
prepare a working electrode, and the process parameters were optimized. When the
current density was 15 mA cm2, the modification temperature was 350 <C, the catalyst
loading was 1 mg, and the solution pH was 13, the H>O> concentration produced in 60
minutes reached 6.336 mmol L Xafter conversion, the H.O- production rate reached as
high as 316.8 mmol g Fentat "X The performance of hydrophobic carbon paper versus
carbon paper loaded with catalyst in H20> production was compared, showing that the
blank carbon paper without a catalyst exhibited no catalytic activity, failed to adsorb and
activate oxygen molecules, and produced H20. at a slow rate with very low yield,
proving the effectiveness of the catalyst. An 80-hour continuous electrolysis experiment
demonstrated the excellent stability of the catalyst.

Keywords: 2e” oxygen reduction reaction, Ni-N4-O, single-atom catalysts, the synthesis
of hydrogen Peroxide (H20,)
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By RS AT A R, SRS AR, BA 5 KE 0-0 M
B, MIMAE R = B K . Rk, R0 32 2 ) R R — R AR, RERE
PH1E*OOH HIfifEs, MimiEid 2eORR BE4% = 2 & it AL . PEAE ) 2e'ORR 6
POFINAZE L DL LA S R TR s by v, i B, R r) S k.
AR LR AR F5 B ARSE M, IR R A0 1 A4 77 2 P AR o B 35 v K IS ] R 457 5 ) 711
PERERRE, IRAORFF B R R RE, PR TR i A 70 AT R A

S R s A B AL R I RE 7T 2 T R AR B A B AT 1, AT RE RS
A AR G IR B AL AT, B T AR . Ve kAR BRAE T . ITERAE R,
Bt A 5 LA HaO2 BRI, BRI Z I 53 B AR . B 1-2 45 T
BT HAL 2 A R N B O A SR AR Y R R R A1 2688, Har, K
[¥) 2e'ORR AL T FERRIL AT ST BT Est BT &ALy
AL T DL B B 5 AR



S I AP U VAT

PtHg, M-doped-Ru0 Defect-C  B,N-doped-C S-doped-C CoN,-C  M-doped-TiC  Pd cluster-C-O
T EE PR XX, _— = K 2 AA
>€ v x‘zf'xéx“x)j : 0% “ '8 f‘-:
& o [
0.64V 0 60V 0.70V O:QQV 0.70v 0.70V

2018 { ‘ 2019

2017 D 2018

0.64v 0.68V 0.70V 0.65V
e iR & P ¥ ‘
............ NI-LDH/C .
Fe-doped-C-O Cos, CoN,-C-0

Pt, S-doped-C Oxidized-C

] 1-2 30T J AR SRARIE (1 75 T 40 TR 46 HoO0 1 S HE A A 70591
1.4.1 2€EEML

e BRI T IR ERE R, R, AR B AT RS,
W NAHTA T R BEVRSESURES 3, Har, s Rl S A
Tk A R ) A TR A A AR A 7)), B ORR PERE 1200 57 B8 gt 4, Au-PdB9,
Pt-Hg%, Pd-HgMH%E 5% 4 & fi A0 Rt CgiE st A B m i e S Bk . 3L
TR, R4 R I AES B A R AT DL FE AL R ORR 1H:RE. 4
an, PdOM2, pyHSCH3, pt-SUIFi5 L T ARG @A RL, $5RILR 47 2e'ORR MR .
Chen %5 A\ ST i fif B0 (VA OR BH20K Pd 4k BIFEDTRAE B IRRGK A L,
% 1 Pd-O-C M BUI AT, LA A 7R E 58 00 PR Y 16 9 A 5 1R e 1 0 SR A e 4%
P . Zhang®155 A 821 T Pd-Ag 9K & S, 1521 T 82.1%0id AL Sk B,
I e P AR AL A, S2EL T 80.4 mol kgtht (i AL S K. Geyerl412%
NIBI K PGER & T —Fh PP JKMEHMEN 2e0RR A2 AL, £ 0.1M
HCIO4 HUfF T, AL s ] DL T, £ 0.27 V vs. RHE HIAL T, %
R FEVE T UL F] 98.5%, JFFilid e YESEIRuE B, AR A] DU SR AR e 18 AT
65 /NI, AR B AL SR FEE BRI IR B 3 wt.%.

ERMEEE RS FRE S, BT ReR it mivde e e, £
MM TAE G HE . PEEEREY, BRI AR vEYE, HlT5R4E
TRIRRRE, A& BT, 1S TS B B H A AR S, XA FE R E IR
TIHRHAB N o BRI, TR = M REAE A AR Bt & JE AL OB —F
WG

1.4.2 T EERBRENLT

T <5 Ja A ) DA SRS P R 1 S A AN B AGAS , E E A Q0T  Af E E
Az, FEeRIETH d PUER TS S5 N, 8 SR A eE 2 i1 okiE
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RN T, BEBRIERPIELGE. SReEAat, SRR, Bk
BFEE, TR B G SO E ARG B T R Y, B2, BT
REZHOE S BAEDEA MR, Bl Sz, NS s,
A FE R B RERE A . 54, IV & i A R0 R e T LU UG, 5 5
RAEFEIG, M-S EE 7 I AEEE R REEO, rER R B
TR, HEESECRSBA RG-S RIS KA G i AR, &
FHF S BRI AR . it . 2Ll X B th T 3L B 2 AT,
AAT DAL RIS AT 5 78 40 e e ok, i ELIS A R T s A AN =) 2 8] R ERGEE A T
QianPUZE A #1141 ZnSnOs 1AL, FT 2¢ORR 2 =i AL A - It SLIGIERH,
FEBR M FE MR P SR A SR PR RE ST B 76% . TEFRE MR, ZEAL TR REAS
0.1V HE FIESREIBIT 6 /M, P KR AL &K FE 1A 78 mmol g hl. Chenl®
SIS R I NiND2Oes 7EBE P AR A 1 3ot 40P Sk M AV s 28 20 20 il e 8 1A 3|
96%#11 92%, 7E H B f@ihrh, Hid A&~ R aetiEF] 996 mmol gth?. Jinkl
NI T HABEAL) CoSy AL, DRI B Z M A0 7 AE R 14 A1 o MV 35
BAH BRI 2eORR 1hfE. £ 0.5 V vs. RHE fyHAL T, Hid E b Sk #e ik fe ik
F| 70%. JHilEd DFT 1F53R M, CoSy ) Co £ a5 H A A*OOH 7 3& H (1w Fff
B, Aefpiltde O-O BERIWTEY, Mimtmshid F b Ak iErt. 2 Lpmid, T4
JE AL RIAE 26" ORR A0Sk ¥ B FH 1T St AR T2, AR TR R e v M A v e 3
(R fE AL AT SR THI I A Rk

1.4.3 FxEEMLT

BRHEHEALTR BT A ARG R S ELF . HRIEAUR, Ao PRI S50 riBY,
B R T AL S R SR R %01, B G il o8, e U BT R — AL
R 5 R OOVA A o SRR, — e R B AR, 40 Vulcan XC-7209M,
CMK-32L, ¢ FRI03 B4 — v 7438 J 7™ Ho0 S LRI — & IS M . 3T
BEEESR, WEFCN GCE SRR IR T B R AA I IR B R AT T
Bifi, WG 17—t

FERRIEMEALTN A, BREE S T2 FR B ERRAT R Z5 4 P 5l NP RBE, ORI
PR A AR IR BT, AT s AR A R e . B MRy AL 2 AR E PE AT DL
A 22 FEE OB EREE A RLE ORR R R Y 1 RAF B RS2 PERE . ST NBREE AT BLEk
ARTHAA A F) HR A7 e % R A v 1 RIS

A SR AR B AL R A SRR AA ), AT SRR B AP T 5 A4 RS 7 R ARALE
Fitk, ERAWEOLERER, E50RMawRItCEREEA A, AT R
T3 T RO S AR O, TR B R — R R sk T A R, Bk
A% A S AEA SR de i R SN FAT BREE T RCEAT A ITEVE I R, XA R RE

8
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% G 50 A TR, IR (R i E AR et . SERER I, BB AR
Sl (NG FERRIEFNG I F 3 RER UL R IFIY) 26 ORR JE A #51%, 7£
—EESIG T, NG ERFE &4 T, Wil A S G ERR A 2] 90% L b, I T
FLAE S B 1) KT 77 - Singhlo155 A T 18 IR 8075 5 IR TE VA A, 7E (HOPG)
VUK Bl 26 TS B A me oA 525, i XPS FE 2RI, iE A A
SR T IERE %

AR IS R B REH] (C=0. C-O UL COOH) W LA B i 7 1) L 745
4, MTHEEXT 26ORR I G PR AT i B8 %91, Joo 55 A0z F BRI, DUA
B|BHTFMNILEK (GOMC) AN ERIG B T Uik, S & A Sk
FIRRAKE (CNT) BIFXTEL, XFHEI, GOMC XA b S 2 A mid it m it
BEPE, R B T HARGHRA 3= 5 FE AL R DA RAFAE DR B o 1X — sd i XRD
yMTHR RO 5 HORAEM R (002) U, I RTEN XPS IE15 LIIESE . BEE #
WA TR A B 3G, MR R S R T E, A 2.4%35 & 16.2%. Cuil™]
5 NP IR IR E AR AR, SR T S 8L BB a K (O-CNTS), f£ 0.1M
KOH HLfEMH, ML T IRETRGUKE, PIRIEIR AT BIRGPKE K 2eORR 1
REFEMALTS, A RERPEREIEIAS] 90%, M AL AL FIBRANKE 11l E A
SRR 60%, FE R TR B EERA. B, BRI,
O-CNTS th A RIFAaE, 7F 10 h FEFS @], AR FE 0.4 mA,
BEHRYERFAE 0.55 mA fifi . dE— BB FU R I, AR 26ORR JEPEATIE FEE
SEEREBERIEMG. FEZ RIS (DFT) KB, iEMEA AT & A H
(-COOH PL K C-0-C) MRk JE T

FIR T35 e SR 7 A R AR 7 5 NBRAM RS R, BT 2R )5
T 5EFER R BOASETNAEER, SSEMER BT, &
PR GE A LA R R THT M o R AR AR, T eSS AR AL 7)) 26 ORR v PRI #2271, H
A, FERIRE AR . #m. S

BT REAEFHHWBRET. HTEREFREAERTRET, BRE
SIERM BRI N R T =% AR, TERCE TR, XA 72
AR T A S TR R, RS ER SR E T RE R, ah, &
F IS PR PR A R L I AR . I8 MBS 2 ] DU s a4k i e 3R
TARFIFLE, DM RHIAL R PERE . 78 20RR N, RIGFIFLEA BT RN
Y CGRAO My GEEWED B9 8G Beb AR BIRE YT, AT s B 32 A
. Qiao 2 APV DL = RFIEAHZRRIEN N JEF C ¥, KA il #ui il
%7 —Fh N B AR ABIHEIEE (N-FLG), WP R, B H &R Ho g i b,
ML S & B TS, TR AR Bk 25 Bl = A iR, R IWAE 2eORR
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SSEH, ZAA R I SR S I R B L s R A R IR IR 3G 0 . Fornaserol7814R
BT R N BRI RERRIK A (CNHs) L7, Seibmlile ], fEm B
W, ARG BRI BRI B 98%, 7 HR PRI FL AR BT oo I AL S IR B
MR E . BRILZ AL, ZAEATITE 4 pH N A 5 B s R LA 5 AT

ICHREHIR L EERFENICRZ —, WA THR USSR 260RR
PERE, HTBR TSR 7R AEARE, B352SR BT = 01,
NI SR AL () LTRSS AR 4800007 IR B A% 4k« Che 55 AHRIE T —
PR 2 A PR, FEBR I AR DT HR A A TR I A A R B R A B 70%,
L DFT BGTHEER, S-S 848 1L FAI7E 26ORR i B A

T HAN RN, SRR TSR, BT RER T R AR
e gk, SxomZimes| BT, EiAM B BT kA BE RN, REERAM R
R T B B - X3, X bk B P IR R T8 S T IR BT, 5F H e s
2¢’ORR Jo I H [ 4 IR Bt i A 753 s I BB fii ] T4 HE R P - BB AR 00 AT, $E it R
WA FERENE . YUUBIE NI H B Attt kBl (FPC), @ SRIRIFR, 4 F 1Bk
TN 3.41 at.%l}, FPC (il A A IEFEREWIAH] 97.5% (0.2 V vs. RHE). DFT
HIRTHE R, F TSRS A R *O0H, HE#*O0H [MfFE, M
re A FRR o S A S P T P R R

1.4.4 BEFEMLF

B AL — RO R AL TR, LA T e R DR SR T A ) B
T, B S AR PR RE, HIL AR & e IR 1 5 B8R 2 1H]
i e s B EA R IR AR e 45 &, iR 7 R O AALAFE e, A7
24 J5L 7 TR B K UKL o S A b ) 5 ) A i AR 8 3 2 v < s B 1 O A
FIZ, A6 )R T H R B AR S BRI AT i i v 2 S A S R,
A AR R T LA Sl A8 UL R SR AR BE A PR B AT TR, Bl et J 5 SR A
AR B SAT AT BT IR 55, 7T PLE AL AL 7Y 2e'ORR AL =21 RE

LR, JE- Rk R AR DU L5 () 2eORR AL PERE . @1
AL R Co-Ng AT 46 ORR,  HF 04 & Ji 1 BHE (1 B g X 5 R
THEACTTI TR S22 o, DR mT DAOE e 1 1 e r - 45 A DAL A 7R A 3 1 AT
WEFENE . Gaol®OIAs N3 i $A b B F2l BT SR AR O BC AL PR 85, R F R SRRl A g 1
Co-Ns LT 5AL5EH) Co-Na EALFIFILL, Co-Ns i PEAL 1 HE TS5 H A XS FR,
A2 T Op HITEALE AEAT*O0H Fh R A I N fE, JEIE SCIGUERT, #£ 0.1M KOH ¥#
W, A EAAE PR RS IA F] 92.5%, 7E 0.85 V vs. RHE HJHLAL I ftE
[ ORR T, Feil®45 Nl — DRl A MRERIA 1 — e & B e T B
THEALT (Co-No-C/HOD, Hi T HAMRF Y ECAL 450, % MEALTAERRE H A ot h A %5

10
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L) 2eORR TERE, Hid E S IEFEIEREAZIA R 91.3%. i DFT Bkt
HRY, Co-No £ H TEAEEMS, TRLSHAERBMWEIMEA, $25 2¢0RR
IR AL B . Zhang %5 NIl 4% T Co A4 E RE A1 1k IR FC A7 19 T J25 8 £ 71
(Co-POC-0), HItLZM#E ], Co-POC-O fiEALFIFE 0.1M KOH i A %4k
WA I MRS FERCTE ) U B N O E A EE R T 80%, AR M
fHHAL (0.79V vs. RHED . il BB THE KB, Co-Nx-C 45ty gede mid E AL A )
T, SEEREA R TR I A SRR R, o R R A Az e A 7 R
JREI AT 7 (9 T R B

R T AL R B EC AL G A 2 FR 7 2e'ORR PEAE . Lil®e15E AR B ZnNy
FAFiH T 46ORR F&4%, BT Zn AL IEALIAEE, 4% & A MkE O C L
RLZER Zn0sC, I SLIGUE R I, £ 0.AM KOH ¥+, ZnOsC AHEM T
AW ST FER AR, AR T %, DFT B tHE R, BTk
A Zn JR 7 B P Zn 1 d ROy RS, AT 59X <O0H R B ,
e 26ORR HIPERE. SRS, BT AR 72 H R Ak 7 i 4 A S s 2 S
ERCR, (BRI AE —SeBhaR, it — DA m AR S I . BRI AR E
BREARRAS LI T AL o AR SR I SRS 4R AE AR AL A AR R T T Rl i 2% V2
RN L], LR R B2 1) SLhr b H

1.5 KAXHRAR
1.5.1 MARIIR S Hr

AL — PR R B2 DRI SR AT, 2 N T REVR . HABEAI{L
LA AU, eH H A B AL AR T A R R, E AR R A
ReAEmr s VoY, R, HAL A R H202 A A2 B ARG G iR I — Fh P ARk
¥, HAMEERE. SOARENS. AdRZPtd, 2 ed g e mies
IS S5 1ERE, BUI TR 200RR (W L 14808 JRU s M) o e b i S AL S %
PEANZ 3 BRFEADRL T A 0 e ORI LR T AR A R B L 25, A
N T S B H02 AR BRI R . F 2R, B8R TRt fEmk
FAPR S NTEVEAL 5, R R S AR RE . B, B (ND AEy—MH WA
B, HREB AR, HA 200RR IREFRILE 1T RIFH)
TR

JE L, ARG AR — AN . e, BRI B E IR
PLF AL TERE, (BAERRIE RS R R 7 2 M AR AR A LB 52 45
DI R SRR =, V2 W TR AR T BEAT el R e /528, ARETE D
W TR H REBIR AL s . U, RS e w5 44 T LU R AL P RE

11
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(E52% & RN FP SR & B AR T RE RS2 i Uk = R GERIBE 7T AT CAE 2
S - gRIERERE L, RN AFRERITR. SRR KA EER
RIARNRG . B8, RERETHEAGA BT P PERE, (EAESLhRN
FEASE VAT IR — S R AR L I J. V22 91 70 R AR B R (R AR A IS T £ R
R M BUEACE TR IR IR, X EESEAFINSARENE. SRR T
3R DL B A R 1 B IR AT R

BEXF A EANE, DG B R R B MRS M AT IR, I Ni-Ns-O
X AR B SR AR i AT o i AR PR o PR i K A e AT iR AR
4 1 Ni-Ng-O FEALFT, NI JE 7 USR5 (R SURRE 7 B iR R 38 B Jf i
AL SAPEREI G, RIS AT RHIC R R S PEA R e P . foc R A 77 T B 21 Bk
A b, @ TESHL, T TR EN S s, H 80 AN AR
SEo TR T NS O WhRIECAZHLE], Dy, FasE M B A G H202 3841t 1
HT R

152 IRAR

AR PR A R R AR TS TR T 1 AN R AR AR 1A B SR i S B
HIBh /157, TRk B A fetE 200RR PERERIM R, IR 5 B A A RF AL ) FAb AN [F]
JtE (Fe. Co. Cw) HEAT [ HUEL. R)milad Ak 2=k, UERH Ni-Ns-O HsoNfi
5o BRI R BIRA L, U T ZSH8, T A AR & LR, B
AR N 1-3 P

AR FEA BT

(1 RAZEEZRIEIRTEE T 9 Fh Ni BJ5 5l Re a5 MRy, JFesr g
PO, FFEIUR R ZE R Ni-Na-O. B AL T AFEJEITE M No-O F97Y
HIEE LB, TEW] Ni-Na-O & S L7 1) 2e'ORR 1 BE . il#% 1 Ni-Ns-O Z5fHELL
A, I AT RAL,  BRINIESE 1 Ni-Na-O LT o Ni o R LR R TR w2
B R T EAR R SR TR AR 2 B AL S5 .

(2) A HEALSEPEREIG, WFIT 7 A F) e i & B A < o BN i J i1 ffE
W A S O E AL A R PR RERZ I, B i i 1 AR 0 3 S A S R 1
R SRR E PEAN S N Bl 7 225 T TR DL, ER Ni-Ng-O X i S AL S A e
PRI, RN A E RIFRRRE .

(3) il BRA TAF A, ARSI AR T 228, DSt
W L F A AR . X I R ORI AR R VAT pH #EAT
s PR T A AR S O AR A BR 4R i AL SR RIS R T T AR E
SE HLLE BN AR AR AR E
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T e B0 JiE 3 R A ) 8 B G PR 1 P A ST

l l

(umsnmuss | mie | (wReemesEg | 5E [ Bmansnsss
®RE | Y SR | T H,0, BT 5
( ) (FR4EaRMEL (et mmEsTs
AL MNelEEEER L AL I z
\ DFT}EIE1+§ ) & ﬁu'l‘i%ﬁﬁﬂ?{ ) L %ﬁ )
[ l ) 9% l Jc [ )
| s [W%ﬁgﬁ;ﬂff } | TS

l

PAFEA G kP DL SRR E TR 2 ORRAEAL 771 ]*
K 1-3 ARSI
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B 28 MRGESERMESE

2.1 BEZIRIBISHE X
2.1.1 ZBEZRIBILEN

PR Bk (Density Functional Theory, DFT) 1ENZ 7k R & T 124
PR AR Z OIS, V. L. MREREE R Z S E RNz HIEAR
iR FERARTTVE b, 8 R0z e BEIR E EARKSE A IE 1 24 1) 28 H- SRR RS HE R IR F
T2 ME MR, #mREEREERE LT 8 LA - R
PR BT 2L (LDAY, J7 IRl (GGA) 5. TEM KIRL 40, %3
WL RNz, ETHEAM B TS T T, BE 55 I R AR N 3 HL - 1)
N GIBIPRE, WA TEMER FHE. SRAERZMACEN T 85 %
WHL ATHER TS R SR SE R, MR G S R IR OCEEE
2.1.2 HHEHET

K H B i 2 Bz s B (DFT) J7i%, 21 VASP B 5e gtk ik 5
MR . AT ) B B RIS R B R R RPBE(U)iZ BT 1T A, -1
T AT RE BB N 500 eV, FERHABFEEmE (PAW) JERSES SR (BY%
B % 0.05 eV). BRI IE & B M4 MLl F 111111 Monkhorst-Pack k i %,
Z) REALIKTRE ¥ E N 700 eV, [FJIN R H AE & J 5 v 0.02 eV ¥ i J@ 96 71k . JukG i
RALMIHE, BNRETRASET 19 A0 Al A (B Fri@M+, HACRH
U ST KRR BEJE, B (Tm) BRI AR N B 48 /MBS 114 1 A S 4

(Gr) BHAN, FERH 7>7x1 k AT KA . B LA st O R KRR 4L 2 i k-
%% 2 (Hellman-Feynman) {EH 77 8(% 0.01 eV AL,

TR 1) SR 5 I 1 B S I 75 A T T B R (A Goons) BEATPPARSY. ZRAR Y
THTFERIR R SO TI R 2E BR S AL 0.7 V ovs. RHE, AN E 0 /B &
AT B B AE T AT ROZAR R, B DAY B AR FAL Ik B SP FLAL, BT A R
N HHAEANE . ik, PG A GoorfE N 4.22 eV, [HISERERIZ, WHILN AT
RE2 0TI Bt £ OOH* A2 e 4 7 A2 /N 2 () 520 (0.1-0.2 eV) o SRTMIE IR A VAL
BIERE R E RS AR A . Rk, A TAERH A E A GoonHIME
WA B A
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2.2 WM SIEE
A% AR BTG (9 S2B R A VI R 3 21,

R 2-1 SR

SLE AR MRS AR
Vulcan XC72 7% % - PR
FF B8 AT 4 i FAB-PK-130 MRk
HKmR4E (TGPH060) - MRk
nafion 117 54555 5 wt.% R R BRA A
R4 (Ni(NO3)2. 6H20) P 2 i R G A PR A 7
T4 (Co(NO3), 6H20) Syl % S MR BR 2 7
fHEEL (Fe(NOs)s 9H20) sy il % S MR A BR 2 7
EERH] (Cu(NO3)2 3H20) PaTEL i RRG A PR A 7
2,5 ZHERE R sy Hral % MR BR 2 7
R R P i R G A PR A 7
ZE e P i RRGA PR A 7
AL sy il # MR BR A 7]
A P 2 i R PR 7
ToK 20 sy il # MR A PR A 7
PBS Z& il sy il % MR BR 2 7]
P P 2 i RGP 7
R (H2S04) Syl R0 A B 2 7]
HhEE (HCD P KR AT A PR 2 A
iR (HNO3) P KR A PR 2 A
PRAE Ho02 T 2.5 mol L R FGRA BR 2 7]
A 2K R4 sy i At 2 i ARG PR 7
ik 44 PaiIEa Z SRR PR A
BHIR B PaiEa Z SRR PR 2
FA (A 99.99% BT AR A7
A (N 99.99% BT TR A7
AR (0 99.99% BT TR A7
=RE i At 2 i ARG PR 7
=R PaiIEa # SRR A PR A
SRV i At S Y
HH iz P # SRR A PR 2
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AR AR A A s B A a8 WL h 3% 2-2,

* 2-2 SEIANES

DEZAS 5 ER
AN WA T UV1700PC b BT R AR PR A 7]
i B XA WPL-625B AR ZA SR A IR A ]
FEENza i B pier SCQ-1201 g S A A A T
AR TR R AGIMAG MIXEL #1484 PR A F
e i FGL-50/17/1 HIEZ iR R A PR A
ik B R FA2004B AR IR A W]
T B L Thermo Fresco 21 FEER R RBHE
HRAE KL UPL-E/EZ VO 2R A B A PR A 7
T L PR FE AR RRDE-3A Fi 2% Ivium A 5]
HLAb 22 T AE s CHI 760E iR TR A

2.3 SCIGMER 3%
2.3.1 fEIMAZRE

EIR 2275 (Cyclic Voltammetry, fii#FR CV) & —Fp 72 N T Ak 2= 2 M
FOR, DAERPEF R 22 o dkait, 75 AT sl AN 2 L st 2 18] it il — AN St A2 AL
FHEALEE S . UM — e, BRI S R AERBOE R Y,
7 AR A L ) S F R BROE R F AL . B FLA R A1, BT RS BOE SR A R
Nz RA R JE 8BS AR S, TAS B HR-fAr (-BED fiZk, EPFEERR 2
2k, IS EIR 2 ZR TR . W HAL W IR SRREAE , T DA BT AR SN ) AT
Witk RGP IRUL R ] = 4 R

2.3.2 hEsE BRI

18 = AR C B RS A S A RS (lvium, 722D £E S IR T HEAT sk )
&, B CHI 760E Hifb2: TAEY: (L RENIFARATD SHTWE. XH
AQ/AQCIE N Z LA, pt 22 A0t Fatle, Tiede 3t itk (RRDED 18 TAEHLK.
A AR BN 4 mm LA ALy 0.1256 cm?) FRBRRE R4, 1% B b2 4
e CJUATTHIAR A 0.1866 cm?). A& I & Fil 75 AT MM AL FIHEAT AL BE, A AL 7 387K
FUWR, ¥ 5mg AT, 625 uL BT /K, 625 pl /K ZEELL K 30 ul # nafion
(5 wt.%) HFHIREG 1 /N, BHEERI SIS, BEEY 7 pl B9 555
WE| T I Y R B AR b, SR T AR TR S E R, DL
P2 0.189 mg cm? A B AT S g . BT (1 FEAL 2RI 357 O2 B N2 1A
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7 0.1M KOH 5% 0.1M PBS Jifi-h 47 . il A R (2-1)#E 4T Ag/AGCI FiLb 5 7T i 4
il (RHE) Z [aIfEAL .
Ere =E agiaga +0.1976+0.0592 x pH (2-1)

MEHT, F52Z4T CV W, FHEE 0-1V vs. RHE, $##ii# 4% 4 100 mv
s, CV 753 20 FE, REGEMIHAEN, HEREIRERE. AlELfES, FE
FRELIEA O, MHARBERI AT — 2 O2 A, 4ERFHM ) O IREE AT . %
FHAEAL I LSV #iZk 35 E %y 10 mv s, HAZ7EHEIN 0-1 V vs. RHE O IR
RIE), HIEmA ¥ BLE 1.3V vs. RHE, PLEALAL A%~ 42 ¥ H.02, RRDE [#]
Jie % ¥ B A 1600 rpm. 2 JEiE % /D 15 min 1) N, A B ARGE 5 N2 B AVRE,
AT SR A o I 7E O TR FR ARV HH U 52 P P LRk 25 1 5 PR AR TR AR
TEHZE . AR N R EEAFHE Nl Fe (CN) 2B LR R, 4it
& NN 36.9%, WK 2-1 Fras, AHSEEEIRE 37%.

0.4 0.4
a) b
0.2
__ 0.0} ~0.3}
'E <
E-0.2 B
5 0.4 B
£ ——— 900 rpm 0.2 NI 4 46=0. 369
0.6} 1300 rpm R2=0. 985
—— 1600 rpm
0.8 — 2000 rpm
. \ : \ \ 0.1 L— . . . .
0.0 0.2 0.4 0.6 08 1.0 1.2 0.60 0.65 0.70 0.75 0.80 0.85
E vs.RHE (V) FHIA (mA)

2-1 (a) WEFEAEL M (RRDE) fERASH 0.01 M ZFALAIF 0.1 M &AL A 3E T
AR ZENN, WRLEA R 3T AT (b) R HRARAN L H AR AE AN [F) 4% T (A PR
PECRIEAT T A LA

H202 1H A Xl (2-2) s -

I,
200 (-
<)

H,0,% = _ (2-2)
Idesk + ( N )
A, ring EFAFEIL,  Naisk AL, N ARAUEERCE .
il I (2-3) T 5 L T B RS AL
n= 4Idesi<. (2_3)
Idesk +( N )

tafel R AU -
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n=a+blog(J,)

o R, p RBEIIIE, b R tafel B2, ISR HaO HIB T IR

7E 0.IM KOH ¥ AT IR S X 19 OV 418, M4 XU th 2 2 04T
LAk 2t D A S TR R . R B VS L 10 & 120 mV/ s
2-2(a-) MTE AR RIS R R IGFR R 22 i 2%«

(2-4)

0.8 - X
a) 120 mV 5-1 3‘VDN1-N4-0 b)O 6F 120.mV S-l 5"/DN1-N4-O
o 06 | .
—
E 0.2F é 0.2F
~— ] —
Fog 0-07 i B i 0.0F 10mV s
B370.21 5
< Ho,|
0.4 -
# =
-0.6F 70. 4 B
0.8 ) - ) ) L ) 0.6 ) - ) ) L )
0.82 0.84 0.8 0.88 0.90 0.92 0.94 0.82 0.84 0.8 0.8 0.90 0.92 0.94
Evs.RHE (V) EvsRHE (V)
0.6
C) 0.6k 2omv sl 10%NiN,-O d) 120 mv st OCB
o L 0.4f M
o~ EUUUUIA DU e aaan
IE 0.4F m g IS
3 ] <
0.2F
fﬁ_ 0.2}F E
- 0.0F .
0.0 10my s°! |
= =
{BE[ 0.2 _';g 0.2F
o 0.4F
0.6 1 1 - 1 ._ ._ ._ 0. 8 1 1 1 1 1 L
0.8 0.84 0.86 0.88 0.90 0.92 0.94 82 084 086 088 090 092 094
Evs.RHE (V) EvsRHE (V)
: - 0.6
e) oal 120 mV s™ Fe-N,-O f) 120 mv sl Co-N,-0
& S 0.4 i
g ] IE ——— ——
0.2F g e
;‘é < 0.2}
N g
. 0.0F 10 1hV s ~ 0.0k
i 1
=i | K3
e 0.2 g 02k
< E
-0.4r 0.4F
0.82 0.84 0.86 0.8 0.90 0.92 0.94 0.82 0.84 0. 86 0.88 0. 90
EvsRHE (V) EvsRHE (V)
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0.3 0.6
g) CoNO | h) | —e—3% Ni-N-O
3 0.2 WM 0.5 k5% Ni-N-0
= o P 10% Ni-N,-O
54 A g
< 0.1 2.4} ——0OCB
g < —+—Co-N,-0
T 00 . ~ 0.3 CuNO
&-0.1 0.2
'EJ—O 2 i 0.1
0.3 . - . . . 0.0 X . . . .
0.82 0.84 0.86 0.88 0.90 0.92 0.94 0 20 40 60 80 100 120
EvsRHE (V) FIHER (mVsh

K 2-2 (a-g) 3%Ni-N+-O. 5%Ni-N4-O. 10%Ni-Ns-O. Fe-Ni-O. Co-N4-O HI Cu- No-O 7£ 0.1 M
SN (KOH) W, PIARRFHIESR (10 £ 120 Z2REFH, mV s MBI %
(CV) gk (h) AL R 1 F 25 FJAe Bl 1 el 28 1 11 it 2 1)

H EEITT AR, & RHEAS[E] F A7 9 BB A I FR I 2 B AR A AN ], R R
AL TR N AR 2 . R R RGN, & PPRH B s e ARk 2
DL AFEIR R, MPREREERN, 3%Ni-Ng-O FJHMEE &K, IEHIZME
30 775 S S i, A SEAR B A AL S TS A B . B 2-h S T RPRHR F A
HAREHEMEEZRFIRER, TTLLEH, 3%Ni-Ng-O 1) 2 AR i A 5REY
UF B A L v 2 B 4
2.3.3 [BRRIRIIE

TH AR — P T 70 Ak 2 S BBl ) A A It BE I HOR 4R AE
Rl F A bt —ANECE B F AL, RS H AR b s B IS (R AR A 2R, AR
JotE A R 2 . ZITE R A ROE e R . BT (SRR . E
R R RN, A DAS 2] — R BUAS R ] - H i 2

SR
GHH) LR

0.IM KOH AEM  PBS £&;ii%k

K 2-3 H BT 5 M s = 1A
B AR S U S SN I FE AR, AT DO A 7R P R AR AT ok R 87 A
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HEALE, B AN = 2 (8 FAB-PK-130 BB T35 He il Fg T, 845 HoOp 75
FEAR EocA %A, B 2-3 2RIk AT AR SLIR 1) H BY i, JLRMRERZ: O
N HELABRIL AR, 3 AR 3 T R A SR iR s I A B A A, R £ S B T
DA H o S A SRR JE

2.3.4 TEUSKRENE

AR H HoO0 WP BN R FH SRR R A Y BV . TERRPERME T, BPRERHH
5 Ho0, [ A liFa e B & & ). 1E 400 nm AbAE St K RIS Ke, AT I )
TRV AR P FEAR I b v il 28 K153 HoOo [RHR JEE o HoOp I 5 1) L A4 N 25 8
N Al — kSO I 0.4 ml H02 f50I7, 1 ml 0.05 mol L™ ) B ERER 44
VR 3 mol L FIRERIRIA W, 7o iRs]. AT RIERE Sl 5 R R B R 78 7y
SRS, RIRA R E 10 min, AT 66EE T TR 2 400 nm B, T4
TGRS, ARYE HoOo ¥R S5 WG FEARvE B T SRR R Ho02 IR EE, WA
2-4(@) . AEE T — RINCHIRERIFRHE H02 W, WIS HBOLRE, BETr
T b, 193] T Ha00 W FE S WO FE I br ik ith 2 an 18] 2-4(b) s

a) - D) o.of

0.8F

y=0.00239x+0.02364
R?=0.99879

CHK0,Ti e 50 100 150 200 250 300 350
H,0,#/% (mgL™')

K 2-4 () Ab-1] W-ITLLAMRISO I E: . (b) AL E (H02) IR S5RGBT b v h 2%
2.4 KREBEING

REANE T H 2 BRI FE AN SO E, RS 255 DL AT
AL IR T 7. B AR

(1) VR4 7 DFT W54y, s MEH VASP ByF it 1T DFT it 5,
i H e AL RPBE(U)Z s AL AL B e, JF4i & T mBckife . 50
S (PAW) JEHA SRR T B TR RE

(2) VRAMFHIR 1 AHIE 7T P A FH AR T e 2 2 PR ARGV R L IR A A 15 5 AL 20
WINE, Eardd T AR E (CVD) MR IR ZE (LSV) K
AL AL A R RE
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£ 3E RERRTEUTINERHTERESFRIE

31 5|5

AN E N B BRI R 2 —, TR A R A DL R PR
R SE A& I IR B 8 BT, Tl 20f 95% it AL E R Hifh 4
R S N T AE PR, Z T ZRAEmMEA. B, ERLBRFIHESZ P
BRUEPAHRAE, RO SR = R (NS ALPY Be R 50-80 C. 3-5 MPa %1fF), &
AT SRERERATE ST, FB RN IS5 R AVUEDHEUR . 558,
A FE I i S A A A A7 A S ok R Pt S A7 2 A ) R, e (b A i AL
AR— IR A Bugie, O B L GBS BN B — PR AR T . 1%
SN AT DASE B T R R AR B A i A, A S T B R 20
BRAG A AN s 15 R 2R, 3 38 R Y e e 7 ) L S AR R R R S R, AT
PR RN EREERCR . HRTOA KREMFFFRI, Ni B HRR 1 B 725/
fELLIERE, BN T 2e0ORR fEALFIRIHERARIER:: (1) Ni BEEHMHE T, f#
Hae A O M FE L RS 1, FFEEE 260RR [WiE4T; (2) Ni B & nT M
81 AR I BT AR R RE 68 ARow MR AR RIR T A, AT $ 1 S B e 3 1 RN A0 26

HEATER, HARHBEEZRIEIRTHE T 9 Pl RER Ni BiA2A9 Y] 2eORR
A1 4e'ORR it fihz, WFFE AR I Ni-Ng-O B 5EiL 26 ORR JE 4 K L T e, Hoad A
fh 180 mV, StitE A i I ERLE R . B THE TARIJCER M Ns-O
PRI AL, i S S e R 1 LU 22 o THERR W, AT M A2 T Ni-Ng-O
#45, N AT O BEC ALK — /MR 23 B 7 AN Ni R 751 5 BB A7 2R 1, L4 *O0H
SEEREITFIG E 20 FUR RIS . BEE AT 1AL B SR AR SRR B RME
NERATA, AR AN AR B, R IR SN, 4 E miRA
FREAT O B AN ) 42 8 O B B AL R . X HEAT T SEM. TEM,
AC-STEM. [FPHESSE— RFIRAE, UEH Ni-Ng-O J& B BAVEPELL S B R
AL

3.2 MEZEERHE

N TR FMEAGTN SOSHLEE, SR VASP HET % FEZ s B T8, AROW 2
T BT B X AR AL P RE RS2 . AP T R B AR T, R (02)
Fetty OOH (M MZS I M AR HD MIX—PIRESCHE, Jf H i 7408 i
JS2FR IR FEPE AR EHLRT- OOH A1 O (MR ISR T AR RIS R s g . Oy
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TSRBLE AR YE, NGRS OOH MR A T SEI AL Rk, T 7 9k 55 %o
*O (*OOH MIfFE =4 IR

FATHEAT Tz R B (DFT) 15, DATIGIIAS [ B 0 J5 #2280k Ji
IS [R50 72 « FRATTIEEL 1 JUA AT BE AR5 (Ni-Na-O+ Ni-NiOs+ Ni-Oa~ Ni-Na Ni-N3S.
Ni-Nsv Ni-N3O1+ NiN20z+ Ni-NiO>), FEiI5 T OOH. O Fl OH fEiX JLFf4s#4)
R B B FRATEESL T OOH B 41 i H HAEZZ A (A G (*OOH)) 57 HL 1483k Ji
SN FAPY B4R J5 S N AR B LA 2 (B PRI AE S, DAL SRR e A 2 T P s
%%[89]0

1] 3 F
a) 4e- ORR
-0.5
s
‘._é -1.0
-1 5 L
2.0 . . : . - : - . - - - :
25 3.0 35 4.0 4.5 5.0 25 3.0 35 4.0 4.5 5.0
2G.00H (eV) AG,00H (8V)
C) Ni-N,-O ,Z ’ Ni-N,-0, ¢ Ni-N-O, A Ni-N; —of Ni-N;-o 7 7
[+ v
E‘\“ ) A Ao A A ) %_ d o‘b\Ao

LA I’A "\*xygr‘ M,/b;"

lsumfm%@@kml m)@%¥&@kMI (C) HBAAR B IS Ty S5 KR TR

Kl 3-1(a) s 1 JUFIAS [A) B2 B0 5L T R B0 J )R B (26 ORR) BE K
Wl FRPEE B R (DFT) 1RSSR, SHMMBIAE, Ni-Na-O # & I 5
P AR PR ALK L B U, X SR I AE T AR (H202) B B H ik %
Mo HATEUL, HAR A BUE R T OOH Ak KR AEME, MMir 4 0, X
56 2385 DY o F-48E R OB (4eORR) B4 K (H20). A T T AERf I K
AR N (ORRY, FRATHEFE 7*OH W5 Al H HEEAEfk (AG (*OH)) S5PYH
TAEB JE SN A PR B A7 22 TR] 9% 2R s Ni-Na-O [ R Fi A7 5 Y B 7 420 T e S 1)
ST FLAL AR 22 HLzt . IX R Ni-Na-O AR (02) IEJFEA7K (H20) YRS 1
PEEAR. B 3-1b)ER T LM AR AR T HT 4e0RR W& KK, £
Ni-N-O 78 2 4e'ORR K Ll EI T . X ek 3R B Ni-Na-O 7E 2eORR W H1 3%
B RS T, TITE 46ORR SN HHE MR, b0 B 12 A 70D0T w4 14 W3 Bf e
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E A 260RR 4% . B 3-1(C) IR T JURPAS [H] AR BC A A Y

UEAR, T gk I B X R A A B A S A AR, R S B A R
MR HAAFGER (Few Co. Cu) HEAT T i W 3-2()Fr7s, fE 26 ORR 1%
b, ATRAWEEE R Ni-Na-O Bz il R F A kol B {7 & . 7F 4eORR B£4% L,
nfe] 3-2(b) i, Ni-Na-O 328 5 KL B T AL, E BIIZ A A7) BE 45 T A2 i H202,
MAZE H20.

a) °l 2e-0RR b) %l 4e-0rR

=TMorr (V)
1

-2.0

41 3-2 (a) RIFITEE M Ne-O FLBLAY — LTI Kl (b) RIEITEZ M No-O FRL Y e -4
1)

I — RINRAN R FICTHE, AR T EARZ ML 7] 2eORR TEREIR)
REF, N O hEECAIEE REBIEH . EXRARMEEATI LSS, BfA
Ni-Na-O S5 AL AT, I SR 26 ORR T ikt . W& Z
MKE, N. O JiFREZH.O&RE TR B A, oo T &R rH
F oA, AHX RS TR S5iEEE )1 B35 T . 7F 260RR 2, X Fh
REIR I i IR A7 (1 A5 S . AR T) 44 OOH B % LGk 117 5 B2 W B FE AL TR T, BR R
WE T M EROHT, ERENH T OOH M*O MM, Mk 1Y - S 4%
17, BORHER S T HoOE i BevE . 58— N ECAZEL O BCAZ AL IR L,
N. O P [FIECAL I fRE AT AE 15 1 L B SR SE i I (A B, R AR i fr 5
TS N A, ARG EEAER Ny O P [FIEC A 2544 (1% E s 7t
R, REEBMESNER A —ERm, H N. O WAEAIX —Z L8
22 e EALAILE 200RR 1 B & st 5w B OB 3= - 476 HIRBH 4
B, No O P [FIFEC A7 88 It A v T 2 1 AR P FRL - 5 4 5 s S A TR AR RO IR B AT S,
NS R AL 26ORR AL ME BE AN PT BB ) QB 2R, N v R I i 2 v Ak
2¢'ORR AL FEME T B B 4544 7 n) 5 B AR

3.3 SLIGERSY
3.3.1 WRERFEFELTIASIF

FAL IR B (OCB) %o ¥ 4 g I 22 (XC-72, Fuel Cell Store) J& & % 100 mL
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WAEER (TMD, T 120 “CHIME IR 3 /NS, SREH TR A H 2 R,
B WCEREA, F QBB KM e B it pH, el AT 7E B A AR BT AR
R (B 12 N, SRAFA R R

M (&JE) -Na-O Bl 45 . M-Ng-O St idh B I PR 7K B0 RIS i) 4511 o
I 20 mgOCB Ji A F] 10 ml 7K il 2% Bl i, #E 75 AR BE 30 734 . B 5K 220
mg ] 2,5 ZHERERR BRI 2 B, A A0 FE 30 404t . ER/HENA . &JEm
A 11.5 mg ) Ni(NOs)2 * 6H20 #E A ALEE 2 /NiF . 2 5, i) £ 0 A BV IRON 50
ml BRI, 75 180 C N 6 /NN, 2645 MR EISE G, BB O
A, ONE A TR b TR g, WIS R HI R K. fJa, R R BEE
I L 60 kR Sz 5 JE K 20l (scem) B Ar SR AINEE 350 C IR 1 /8,
BERLY) Ni-Ng-O. B 28 i Ni(NOas)2 « 6H20 (& &, #Imk T A& E
(1] Ni-N4-O (3%, 5%, 10%). ZJ&, {EHMIFENT7%E B Fe-Na-O + Co-Ng-O.
Cu-N4-O.

3.3.2 mERREFEUTINSHRIES DR

108 I A FH 28 S R A R S A B P R SRR S BN R PR SR R 42 )8 (Fey Co.
Ni. Cuw) HJR¥, R 26 ORR B A BTG EAL i o M &t fE s, AR
BRIk B, RS B Rk b A S e AR B RE RN —
SERMIMLIE 2,56 I Ni(NO3)z « 6H20, A EG A H BN, RAIKIR
RLEE AT IRBL. FF R EI5E B G AT BS O, SRETEY), FFBONMFE T
BT, WFEE, SR AR, SRERERRTE Ar SRR IR K 1 /e, BRI R
[Rf#EAL 77 Ni-Ng-O.

e, AR FRAEE (SEM) ST HI & MEATIROW R S 4T T V40
2, DAP R se e g Aa et . B 3-3 4 Ni-Na-O 11 SEM E%, MIE
HT DLV E 2, e BN AT 35T, A SHEMT, R AR — 8, R R AL
RIE . SRMEEEIRILR, TARRFECN S . XUEHAES D T iR iig. it
FHAREINE, R NEAR RIS SRR AR AR E . SRR
WA TESAG B T A R AT I AR R, D AL IS AR P T I PO AL e i R
WE. BEAL, R B YA B T YRR &8 T s 3 S o0 B, 8 A il B
SRERTH AR N R AR RBOT R, M SRR F i i e . B
I, SEM &5 AU 7 A FIFE O R BE T IS Misoe v, kB 1ok BEA
15 il A 5 O A L S R R
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3-4 Ni-Ng-O FEARIBOREHCR 1) TEM Bl
K 3-4(@)f1 K 3-4(b)RH, & HEU Ni-Ns-O EABRHIERIE S . K 3-4(c)fn
K] 3-4(d) =2 AbFRIE TEM BE, iEWEIL 727 7 OCB Rk Hh 20K . A SR
ARG IE, XFRRRES R A BOR RIS F & PIEEA A, BR85S N FE AR
MIECALRERE, 50 e o 51l o A e sl A B AR e 455 . RN, 7E TEM K
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B A SR B R 428 A%, AR A AR AR A2 DL R - R T S0 AEAE
R B INE R E S T BEE (AC HAADF-STEM) #ef%
HEMERER (ND 57 DL T % A TG R O B R B AR,
nfE 3-5) s, HEEU AR B R AR E T IH AR RENEE, i L5 T
T T AT R . B 3-5(b)H (1 B8 &= (i X Sk (EDS) EIEREIE
A RTIARAE X SR E TR R S . B E TR N EHR BoR, BRIET
TERRIEM R A3 5], A TR B AR, UE BTE 12 A7) g 3 22 DL B i
TR, AR TR KERE AT EENE . Sk rEmms.

3-5 (a) Ni-Ns-O [HERZE B B3 1% (b) Ni-N4-O ¥ EDS mapping K%

N T HEM B SRR G5, R X ISk R AT 5t 1% (X-ray Power Diffraction,
XRD) %t 5 FEACFII YIS S AT 04, Wl 3-6(a) . X 5 Fifi L7 XRD
[FI7E 20-30° F1 40-45° 05 [l A 52 I P AN o RO AT St 06g 5 - a1t BT AR ik Y (002)
A (100) frf. HAEFERRE, £ XRD EERAMER Ni Yfh a7 s, 5iE s
Ni 7 MBS, SERERERER 3

—FeN, O o N -
a) —o b) Fe-N,-O
NiN O Co-N,-O
e N —CuN,0 Ni-N,-O
PR, ——OCB
Cu-N,-O
—~ - :
3 _—/\ L =1 OCB
< 5]
= — | 11=1.04
] = Inflg=1.01
g =
1 /1=
1,/1;=1.0
1,/1.=1.00

60 800 1000 1200 1400 1600 1800 2000

20 40
20 (°) P2 em

] 3-6 (a) Ni-Nw-O 15 XRD it (b) Ni-Nw-O [y 2
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P2 il (Raman) & —FPRAFBERFEFEE 1A 20715, h2 ik D Ug
WP, BT AR b 1) AR ER G . TEP S G, B
HILE 1350 e &b, —fskut, BREEEE, O ERE, D U5 A X RS .
WA D WeRBREE . A B LIRS R, LA T MR 1 SR 15 LR T T
FEJE. G WEWFCONA P, &l TR R 2R 1T W IRsh 51, %R
THM BTG PRI B G IE— R HBIAE 1580 et b, B T BRAEH A
SALEE M AR, AR, G IEMSRE @ W MR . WS D g
G AN SR ELAE (lolle) WM R A SBALFERE, Io/le K, AR I HK
Beiaik 20, 40 3-6(b)FT, Fe-Ns-O. Co-Na-O. Ni-Nz-O. Cu-Ns-O. OCB [f]
I/l {84 )9 1.007. 1.01. 1.04. 1.03. 1.0009, #EFEH, Ni-Ns-O [ 1L FE
FERRAR, BREAREFEFIXT G N, M % 1 7 557 389 e,

a) Cls b) Ni 2p
/; = Ni 2p;, Nli\.‘2p33
< = BEG [\
~— = fillery
’]R( O ls @E{
& Ni 2s J N: Is |
1200 1000 800 600 400 200 0 885 880 87H 870 865 860 855 850
giEaE (eV) gdioae (eV)
C) c-C Cls d) N s
o M1
» ~ g 20
< =
~ <
@E( i i Ni—NxH:
) = o MHEE %
= c-o = UL A s
c=0 / = \
290 288 2864 284 282 405 404 403 402 401 400 399 398 397
ZitEE (eV) giaae (eV)

] 3-7 (a) Ni-N4-O 7 XPS iz iffs (b) Ni 2p [ #F26e1E: () C 1s Mmiar HERREI: (d) N 1s
(1) 7 HE R eI

KH X S TRENE (XPS) BE—B 50 1 AL ) 2 T 4L AT s 1IN 45 o

ﬁﬂ@ 3-7(a)#& Ni-N4-O 1) XPS & &, A Ni. N. O. C VUM{E 51&, iEIEILF]

B HIX VU TG R M B - O1s 3 1] DL AU = AN 3 i = 06 C-0 (532.05
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eV). C-O-C (533.7eV). C-OH (536.8¢eV) 2, Ni2p i /5 E~ N Nizt (875.8
eV) F1 Ni** (858.3 eV) D3Iy xtide L K AT M7 f) LA 06 . NLs 33 T A RN FoRh
AL, AFE, SEA (399.2eV), MEME% (398.4eV), MEMEZE (399.8eV), fizh
& (400.7eV) FIEALE (403.1eV) P4SI Zb it KB, mne B AN T
SR T T i TR R R ST, Cls A 3 AN g, 3 IRt T C-C (284,
8eV). C-O (285.7eV). C=0 (286.6 eV).

— O0CB
- - —Ni-N,-O
e\o q
2
"
(C-Q)
e —(-C=0, -COOH)

500 IOIOO ISIOO 2OI()0 25I()0 30IOO 3500 4000
WEH (em™)
&l 3-8 OCB # Ni-N4-O [ LS 21 4h (FT-IR) Jgiff
N T H5E Ni-Na-O HIE REFI45#), X OCB A1 Ni-Ng-O #4717 FT-IR Y& RERAE,

U 3-8 iz, OCB 5 Ni-Ns-O ] FT-IR RALAE =M BIX KB EZER: (D
Z97E 3400 cm™ b, Ni-Ng-O 58 RIS i 38 0, 10 BH SR T e S AN B e
&N, (2) Z497F 1600 cm™ 4k, Ni-Ns-O [¥) C=C 1S 4bIREh IS X T OCB
IR ROE R BT S nost, Wil e BECA U 7 E BB FHEL: (3) 4
£ 1100 em™ &b, Ni-Ng-O 7 C-O HRBNIX IR 58, B00E T Ni-Na BLA7 25/ 05
RERERME K. XA T Ni 515 535 28 AR 1 BRI AL .

N T HERE SRS NEE R, SR B X 2RI ORS a0 45 M 6182 (EXAFS)
KA TR (ND FI RSB A 3-9() T AR K 34 X SR o i 45 7
(XANES) JtifikE, Ni-Ng-O H8E La il A ko & T S R 8 i I A 2R
EERPEE AT 78 & 3-9(b) s T Ni-Ng-O I FLH-Ar e 4 e X I 4 1
FEdNgit) (FT-EXAFS) 2k, HFENT 156 A, 54 BEHEMLLL, H&KEES
B TR - (NI-ND B 812, X R B P DL P B R TR E . &
LR (NIO) ) FT-EXAFS HE A EIE, 56T 1.71 AF12.63 A, X454

RTS8 A A P R A28 (NI-O) BIURHANR-48 (Ni-NiD Bl .
LN EXAFS Ytk AT 04, T 5E T Ni-Na-O rh 4R RS B o A7 2R 5, 4n1&] 3-9(c)
K 3-1 Fiom. SR Ls il A AT iR, 8- (Ni-O) BN 211 A, Fhr%
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L BE (NN BK 2,04 A, BLALECH 3.8, SR Ls il & 4
R 3-9(d)Fs, B-EE (Ni-ND 8K N 2.48 A, B ECH 12,

NT BN Ni-Ng-O 4 (ND PR IR 7 g o, XM Ls iy g
X SRR ZE ) (EXAFS) IR AT T/NBEAR ™ e X 5 4RI ISR 4n 4544
(WT-EXAFS) 73 Ni-Na-O /NS 2k BRI 7 5.3 A Ab A i KR ELIE, 1
K 3-10() Tz, AL (B 3-10(b)) A4 @ERdE (1 3-10(c)) FruEre I/
WEmLEERE, 15 7.3 AR ism B A il e SEL-H (NI-ND BURAESS, ThAE
7 AT Rb SR P VU e AT RE SR (NI-O) BB ARG, A HERR T A S R 77 R
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YN Ni foil

10

5 5 5
k@t k A k &1

] 3-10 (a) Ni-N4-O [fI/NE A S (b) NiO /N AR 4 B B < (c) Ni S IR /N AR 46 P

2% 3-1 Ni-Ng-O L4553

ER ez BEEA) TR o2 (A2) AE, (eV) RET

Ni $& Ni-Ni 2.48 12 0.006 -4.6 0.005
Ni-N4-O Ni-N 2.04 3.8 0.005 -6.7 0.002
Ni-N4-O Ni-O 2.11 1.1 0.005 -6.7 0.002

3.4 REINGE

K5 BV eR B TS T AN [EAG B AG R R 0 s, R K 3 s v
R ARER S T — RPVRIE A, FFEATRAE, UEB Ni-Ns-O 2 — i Al
B T HEAGTR, N A O BhIRIBC A it A S B A e TG PE R B e, B4
WUR:

(1) DFT SRR BUURP R B R 7R 2, S ST IS 87 H T A R B 5 AR BR L7 )
FHOCAE .« 25 R B8 Ni-Na-O 7E 2e'ORR i 14 K 1l B H BV AE , % AR R H0F
M, {E 4eORR PG TEAR,  Houf rb (14K B e BE & AT 2e'ORR #6542, X ELAHIA]
AR EILE (Few Co. Cu), Ni-Na-O 7E 2e'ORR F# 4% fe B2l M IR FELA K 1l P i
{E, 7F 4eORR 421 S T0 S, AR HaO2o FSTHE IR Ny O HhFIALAL
72 Ni-No-O H &ML 57 2eORR VEREAOCHE, HARUA 71450 5 AR A7,
TR e A TR BT SR IR S

(2) DARISFR A R BN, 8 B TR P KN S il ok, iTh
%713 Fe. Co. Ni. Cu &4 @ 55 1 MR, TERK 20 ORR BLAZ 857
PEAL . B Ni-Na-O 9, TEAHI AR A 7AE, e St s R tp b ki o

(3) XF Ni-N4-O #4T — RFMLZERAE, BIUESE T Ni-Na-O L7 Ni o &
LR P, FE S SR A AR TR RS IR 45 .
WY X SRR N 45 ) o Mk — B RIN T Ni R IR EC Az 388, £ 0 Ni
JET5 NJRTHM O JRTIEM T Ni-N A1 Ni-O 5, H. Ni #fhs A B4 w5 Bl %A
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48 BEELTNETEEEEHR

i

41 5|85

FE AL A ot E AL S U, FOE JE R NAE AR R MR —, AR
ZRTEZRE. SRR Z RTINS AR PR 24 A0
B, BON— AR BEEEAMER BAsm . SEG RN S E S & TR,
MG B O B E AN A AR RERE, T H gl m 5. SO & Bud s,
BRI, TR e AR, ol 2 B 0 S e A e PR RE ) S S AR, N T
YR TE R AR o B R AR DR G SR 1 RO E AT URR B SE P R S, R
PR TR AR RE, U SEAE Y H 28U SR R N FR R IR HH

A F BRI T AR SR S B LA R 428 70 300 5 5 1AL R A F Ak A
AR EALETT R, IR T A REATIE 2e0RR H ) HIAL 24T
N, AP EAEGEREE. R E M. RN FE TR . 18 F it
IR FAROO A TR AT FAG S PR R, RN 3%Ni-Na-O 7E 42 Ho0, J7 IR I H
R MITERE, 7E 0.1M KOH 1, H#EZH 3.09 mAcm? (0.1 V vs. RHE), 7E
I Z N 0.1 mA cm2 i, IR HEALABIRTATAR A1 0.85 V, FEBRIEFH % pH
AT, HaO02 Ikl KT 85%, LI RTEMMERM T, EHFEMREEEIA
F] 95%.

4.2 BT SRR A TIERRHIE

AL 77 B K A ) 46 79200 T B 625 pl KAk 5 2 R4S, Fn 30 ul
] 5 wt.% nafion {E AR 457, BESRRE 5 mg BTN TR B, HEAEALEE 1/
I, LA A 5 4 B AR A R v 55

TAE AR TR s BT ub B ST AL R 2, IR AR e i A A
AR PRI BB FEAR R T, 7E IR T B AR TR G R R A I, LASR L2 0.189 mg
em? AR B . Bl S RO AT T A . EDET, T R AR A R
TH 78 e, B b S e AR

43 TRIERSENARTRUFINENFERED
BEAN, A9 T R T3 B AR B B, R 2e'ORR ik REfRS:

1) Ni-N4-O, 43l 4% T 3%, 5%, 10%AE Ni &R &1 Ni-Na-O. K 4-1(a)
AT AFE Ni RS EAIMETIR LSV gk, @ik W2 RS A RN, &
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BUTE 0.2 V vs. RHE i}, BIfif 10%Ni-N4-O [IEL R ZE (3.47 mA cm?) ZE AT
3%Ni-Ns-O (3.012 mA cm?) F15%Ni-Ns-O (2.95 mA cm™?), {H 3%Ni-N4s-O HIH
E RS E (0.62 mAcm?). R 3%5 5%Ni-Na-O L5711 Ho02 1k 3%
P, B 4-1(0)Tm. HA AR, 10%Ni-Na-O AT 5 _E 3k i b AL 7]
PEREA BRI ER .. X RR, #AHH 1 Ni B4 EHFT 260RR &%, H
W 9R I HaO2 i FEMEAMUAN R B Ni JeRRE ), BONERERIFAR Ni tR &=

PERERLS
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Kl 4-1 () AFEEESER LSV HZe; (b) A RIS &1 E i Sk 8t
FEAG TR R AR E PR PR AR VR RE B e R 4B AR 2 — o AR TNt {7 FH e
YRS B AE 1600 rpm FFETE 4T Ni-Ng-O FOIM AMEREAT VR4 o 1 H b H R [ 5
£ 1.2 V. {ERFTIESZE 6000 P CV RIS, MEEHIZ &I, Ni-Na-O KA IR
AR, A EGER AT, RIRE LR FFAE 80% LA L,
WK 4-2 s, Bas LM Ni-Na-O B sk e fa e .
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[ —— 6000/ i
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H 60 F
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ZJa, RABEFER (Tafel) fhZexnt =FiAN[F & 2/ Ni-Na-O DL OCB 4k 7l
() SN Bh J7 ST AR AT, 3BH, BUME Tafel #1588 oR B BRI SR 5 A7 2200, [
4-3 Ji7R, 3%H1 5% 7 & 1) Ni-Na-O B53E/R R B R /N T 10%Ni-Ng-O LK OCB 1]
REZE, UE 3%F1 5%Ni JC R & BRI ERAHZ AR, T T HARP ML

0. 85 B ~r__
_ L\\\
2 0.80} ~Sme,
I .“-«-:‘\\:.:
E 0.75 F w0
% | ——3% NiNgO N
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- ——OCB
0' 65 1 1 1 1
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&l 4-3 AR Ni & B A8 SRR 26

BEAL, K B 5% IR (AL 70 5 30 S AR T 40l AL TS T PERE LR, i 4-4

P, WIRE H, 3%Ni-Na-O (AT N S A S Ff Pt T Al AL

0.7 V vs. RHE I3k £k

RENEILEI 96%, & —MAEH L AL,

100 f
o 3%Ni-N,-O
X Mo/0SG % NiSAC-500
~ <o &} "]
o Au-Ni-Pt nanorods  5%Ni-N,-O
= q BIN-HCNSH CMK-3|
%-90F  COF-366-Co Ni,B* Zno,& *
e ocht  FeN.0;
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80 | Co,-NG(0)
0.3 0.4 0.5 0.6 0.7 0.8
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MRAE LA _E4 4T, Ni-Na-O BA R 71 2eORR 4 Be 7] LG B AR T — R JL A
(1) JAFHE T4 SECAAEE . Ni-Na-O 8 (NI i DAL A 5 i 2 2
fAAE, FFEANE (ND BT ECAL, T & 7 O E MRs A 1 L S5 . 3R
ZERAEAS NI BT BA R R A H IR AT BC LA BT, BEWS A ROt B AT A6 47>
T et 26°0RR SN AYREAT , (RIS DY Fi SR S e ML AR, DT 8 R 0 A K
A (H02) MIFett; (2) SEMHE T4 . W X SHEOH TR (XPS).
I Je X TSRS 2 25 161 (EXAFS) SERAELE K, Ni-Ng-O H11) Ni Ji+
AEFHRFE I SEALES (I N2oRl N 3AE ), H i S5 R R 15 50300 1 IR
AN HA TR (AT RS A o 5038 1) FEL 45 R A5 A5 s I i) -5 3 A28 v 22 D
FE AR ISR, BEORIE 13 ROB N AEAL, AR T BSR4 R Bt B »
NI 15 S BE () Bl ) Sl B e £ 0E  (3) BREEEAM P FEAEA . % Ni-Ng-O
R Ni-Na 35 o G B B T A A b, BT RAT R4 1 3 PR ATROK (1 Ee R i
Ro —J7 M, REFIFHRPERE UL T SN RE P AR LT, BRI e 7%
HLRH, B2 SN H ARSI s Oy, BORM ELR T AR AT ASE I 3 2 (R
Ve B FRAL R, IR N T s TR O AL 2, TSR R A
teAh, BRI BEE] (41 C-O. C=0 %) W AIfEE Ni-Na ydtk 0= E )
FIfER, HE— DA AFIRERE. (O SEMESR. A GRS LT
IV RER AT B EE M . 36 & IR B REE T IO RIS I P, (2 33k 2 ORR [z 5
EHESEL SN, TR SEEE TR, AR A, X
FRAR AL 2 D AR, IR RECCR I B4R, BN 26'ORR [iE#%
PERIETE. DL, fE Ni-Ng-O ™, Sl B8R S B A A AT AR e MEAT R FE 1 22 1]
BB TR

4.4 T EleRBIRERRFEILTIBHF RS

N TR AL R, SR = RS B TR IR T I O E AT
il BT A FE A 7E 0.1M KOH H1# 2¢'ORR A8 . FLMFCN O2 1A 0.1M (1) KOH ¥
Wi, A X ) B E N 0-1 V vs. RHE, Pt ¥RELAL{RFRLE 1.2 V vs. RHE, L&KL
A AR B2 ) H2O2, PP B2 /DI HIRE R, B, N TR T Ox
T RER 20, LA 5 wt.%4: )& o R AbRAE, 735 Fe-Na-O+ Co-Ng-O. Ni-Ng-O.,
Cu-Ns-O DL K OCB ix 5 FifEALAIHEAT T YRR B /oK iX 5 A1k 77 7l 7E Oz
T N VLR LR R AL FRTEAT T IR AR 228 (CVD TN, Al (b ) 2 5 B
FAbJEVERE. ] 4-5 PR, (B No G, ASEEAGT B AL f 2, RUE
TIEAMMAZBE . 7E O2 FHH, 31X UM A0 77 B3 Ji e 5 3k tH LA 0.7-0.8
V vs. RHE, % H3 34 [X [B] PN {1734 JE U4 Xof B O ) — L34 i e Mk 2T, {H Fe-Ng-O
MR SR IGEH NI, UERARR T Fe-Ng-O b, H A4k 5 #0 B A SOk M id
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T WVRAL PR S S sz, IR SR T 22 1R e J Bk 5 4n 1] 4-7 BTz, 3%Ni-Ns-O
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R AT TR, T ST T AL R SR PR . R A
NS E TR . FEERWT:

(1) 7€ 0.1M KOH Hf@fi, A = Wbk e B PPl AL 7 1) 2eORR Ak .
CV MR B R Fe-Nu-O b, oAb HEIR R iEME. LSV #iZE £ 1 Ni-Ns-O
Wi s, R SRR 80%, iRl 95%, HFERMEIEIT 2, BEAERAY
Rig/N, BRI EYE . SRS 8) TR

(2) X7 Ni-Na-O, 3%7F1 5%Ni 7 5k A6 7)1 e AH T B AL T 109%Ni 2 & 1
17, R Ni B&FF 260RR, H H02 iEFMEIFIES Ni FEIEMK. R,
Ni-N4-O £ 6000 P& CV ¥ 5 fk FRIi o B B 3 ek, i S A Sk £ R 3 80% LA |,
BN AL R AR E . S HAMHGE MM L, 3%Ni-N-O [ A f ik
PR EER,
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E5E RMENAVHIF L EST B IEN SR H0, [ RER

~

R

51 5|5

R 4 TR R A E e S R < T B B BT AT AR FLAE
FE W HO2 TERERZ N W JT P IE I e F A B iR N, 04 T A F e R & & W
Ni-Na-O AT IS AL R 6P LA REE DL R N Bh 115 . 45 R R,
3%Ni-Na-O fEALFIAE HoOp A2 il S S PR B S L PE R, Hod S AL R B vk
3 95%, FERTEM pH VBN, RILH 18 F ML VER K A2 RS e
i 5 HAR AT EEB, Ni-Na-O LTI 2eORR PEREIL ST, HLAE K [B] 7534
A bt RERIF R R AL RCR . BABUNMOEEIE KRR, 22D Ui W H R N 3)
JEe . B b —E O R RO T A R S it 1 s s, E
PHAEAE— AR Z AL HF S BB TAE Ni-Na-O fEALTTIRIPERE D BT, (EAEALT
RIS TR S PEAN S B S (8 T AT AT /5 32— PR AR

PRIk, AEEEWFT T Ni-Na-O HEALFIE H BRI ™ Ho0, IPERE, JFHR
BT 2B RN H BRI . AT AT I RE R R T, A AT
TO L RE B HOEIRE L AR AT pH S S HON HaO2 28 B SN -
ISR Y], HLUE AL 3-15 mA em 2YEHE A XS Ha0 77 & SRR, 1T i ) HL i
W RN A, B EARCR . SOV AT PR RE AT 2 5
Wi, 350 C RSV B SR Bt S LR AU IEAL HOR o AL S 82 R e — 2 Vu
W BEFETE H202 BUZE R, Bt it vy o T SRR A1 56, PR fL R fE . Ut
Ab, VEBLE pH BN S B BV AN P B A S RO, Bk A T R IR . B
Ja, ARFIEIAT 7RI E SR, 4PREY], Ni-Ng-O fEALTIE P &4 T
HAT RAFHRENE, I RIRFEE i fif J5 15 BEE T 3= 1 HoO2 7 B AR E 1 FL I
UE B AL SRR N P T 77

5.2 FREREEIRAVHI &

LA BRACHEAT TRALFE o KB AR BY i 1< em? PR TE D7 TR FH i 75 i e i 77 =X,
R T L0 BB T OKSFHIMT, IS K s SRshiEse 30 24k, %k
BRARR AT R 2% o2« s LR AT RE RO RURLTS G, DA DR H R s 1%, AT a2t
S o

2 K mEIRTL . R TAL LS IR 4O EAERTR T 6, 27T a4k, B
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IE AR R P 5. K28 4 AL TR SR K BN AR A AR RE 5 3hmiAe,
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DA, AT T 5 Ni-Na-O TEVENL R4 5 1 S MRS, 38 H202 1AL
D FR, BT RARR IR E R, 15 AR R T I S A A X g,
WA S FAR R T A OS2 PR, 32— 2D T H20 B A B UL S IR
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5.4.2 MR E X HL0, BYF2
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AT B AL AR 250 °C, 350 ‘C, 450 ‘C, 550 ‘C, HLi#EE N 15
mA cm?, TAEHMCRA 11 cm? B 5 8CH AT BK AR, AL RE 0.1M
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KOH ¥k (pH=13.5). &l 5-3 Firx, £3d 60 74PN, Fra &id oot s o fi
TRF) H2Oo F= izt i T R e 1. b, MRl RS 8 350 CHY, H202
=&, A 6.336 mmol L, i A itk B AR AR VR R FRR ™= 26 1Y) H202 BRI
12/ 0.56 mmol L. Bl iR B2 1t b A sz B, #1350 CHY,
AL TR R PR gy, 3 DR DA LA I e ek P o e A 7R PR S 4 SR A, AR
TREFIEA LG, TS AL S BCE N A AR A K, TR = H202 1M fE
RRIAIR . A R B, AR i R AR — BRI & T 45
H AR A 2 S I R B EE SR TR AR, Bt BE 2 VPR, A )T R B A
), WA FIF HoOo (7724 o el iR i 350 CHY, AL H202 [T RE
NFE, F550 CH, 1/MEFE) H202 77 384% 9 3.235 mmol L™, 31X 2 PR Ak it e
E, SSBUEAINEMESRATEEIR, SRS S ERD, FRIUE
T PTEEREBEYE, 3EM S8 H202 M= Risb . Rk, 75 et 72 o fd B
IR 350 C.

7
L ]
6F /
o —u—250°C g
= O —e—350°C / .
E 450°C «
24T —v—550°C /
\:—; 3! —— Rtk ° _/'//v
:-% 2 ./ v//
s 1 i ./'/
.Zi—/—‘—‘*‘ﬁ"ﬁ—' :
O b

0 10 20 30 40 50 60
) (3
A1 5-3 etk X i S A S B R B

5.4.3 Rk CHENFIGEE IS H.0, IR

HHE AL TR B R B AL 7= H2O2 SEIRJE 22 7 TH 1Y, 38 8 A7 — /N i FE R 3,
115 Ho02 = BIA B KT, BUA/NITT 9T T A ERT H202 7= & B0 .
TE SIS FE R BRI AL BN 05 mg, 1mg, 1.5mg, 2mg, 2.5mg, MK
J90.1 M KOH ¥, HIRZEESE 15 mA om?, RAH 1> cm? [Fkigt. s
5-4 fiion, 4ERAR FARAL AR RN L mg I, PR HaO2 IR JE B . B 13k
BN, AR HaO2 BIRBE ST R R, TREZH T (D UfsEE o,
b SR E I, TN S E RSN 2, B2 RETEA SRR 2
(R SR i, A O 525 2 W B 9 o A P FL T OB AE B HaO20 (B SR RE I 1y, TT
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= P EEABURLAE SRR T A > BB FRAR, MBLRERIL S, S BURTEAL S,
TFAUS 5N, RN B S AR M AL Bt R s (20 3& =i fadn]
A (A7) 5 B A 2 1) s A A ELAE ORI AR B A 6 SR A A5 (1 F
TERFIRTNET, SEE A TIREYERIR € E, AR T Ho02 (ARG, FRid
i, PRI R 2 R RE R BRI S AR o A ST S, S5 S TR
PR SRR, M EAF RS, B AT AL

(

6 -

5 —8—(.5mg
—e— lmg

4F 1.5mg
—v—2mg
——2.5mg

H,0,# % (mmol L)
w

L4

//ﬂ

O -

0 10 20 30 40 50 60
Fra) (oD

K 5-4 MR R E AL S B R

5.4.4 7B pH %7 H,0, BIS2 0

\

TSV pH ELE AL ™ Ho02 J7 478 5 R H BB A 1, 0 R BLEFE S5 H20:
e G A 2 . ERRPEIREETN, KER HYE FAAE, HIRER R
3 U A R TR P FRLART 20 AT, 33T S I Ao TR A FRUAR R T IR AR K. Rl
ANFIREFE T pH WAL H20, HISEM, 755250 I 2 H I ) pH 4 3, 5,
7,9, 11, 13 (BRI HUBY HCL, Hr Itk LRy PBS Z2Mi, Bl L KOHD,
HLIR 2 15 mA em2, TAERACK A 1 em? (4 38 AL I s K iR 4K . 1A
5-5 Fizn, BiAE pH WIS, Ho02 W= SR8 0, 2] pH 4 13 i, =41 H20:
W e, FIA 6.336 mmol L. iX558 4 Fllil 177 ORR T BERT R FF— 2L
ZAMEFITEBR Y21 T R BRI AR, TR S5 2R T HOTs A B fe iy, AEfS
WL E] 95%. HILIXFHIL G FEE AT Re A LR L7 T 1) JE A

LR NHERZESR . AR T, HASEEN H0, FEHS Y, HxMAN:
0,+2H"+2e'ORR — H,0, , #R1f, HTERMEMET HHk B &, RE 5 M
BB AT, BRI T RN, RN ACH: O,+4H"+4e” - 2H,0, Xt FEU#
TN PREREERRAR, HoO2 HIF= &> . FERIERAE T, RSHEEAFIAE, HE

A, FHEREOHB 5K, RNHLEN: O,+H,0+2e — HO, +OH™, A jkff HO»
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BB 5 TGN HaO2o LEBIESRM TS, VU TRMAR S KL, BT
P IR SR AR B H202, AT H s 1 H202 177 & .

2MEATNE IR . FERRIESRAT T, B AT Re s R AVEME, S BOGTENL
RUBD, TEHEREG, AFIT HO2 AR FHR, TEBRMESAE T, AR ]
Re KA FERAL, ATRESEA AT UL R S N HEAT . K] DFT g iH SR 7T 1 M
RS HoO2 I FEMEMIREM, 7E 26ORR I FEH, Ni-N4-OH F1 Ni-N4-O [k
R AHIE, IXUER T Ni-Na-OH HIA-LER AL S P i 20 v] 2ms A, I H OH
WS I S, A AR R T H o

(
6F o
/v
/__:] 5 —a—pH=3 /:/
A —e— pH=5
g 4 §H=7 :/
E 3 —v—pH=9 /.
) —e—pH=11 B
%{ pH=13 .?:/
?;:-(:l 2 .%
o(‘l /-
o 1 e :/
/ o
ob = ——n

0 10 20 30 40 50 60
e b0
4 5-5 VA pH X I AL U E K R

545 Z=RRAS AEFELTIRIFRE I REXTEL

N T IGIE AT P BE ORI AR S S AR TR R 4R34 T T 1
/NEF = HoO2 PEREXS o 28 EHBRAREH T A B A B EATEYE, X 260RR 1) BifiE
WILTAEIEA, et i, R AEE ST, S8 H0:
AR G ARNE, PRAE HoO02 1R D o S AL BAR, BT AR A7 AL,
BB W 2 PR R0 SR S B RS A e IR B R o A 7] (90395 1 67 25 PT LA &K
WS 7, R AE B BT RS A R Ho020 W1 5-6 s, #E4% 15 mA cm™
ORI 5 B, FLARTBCA 0.1M KOH ¥, x4 A BR 4SRN 1 304 AL B 4 HEAT 1
/NI PR AR SIZ B R RERR 10 min 4T — IR HoO2 ¥R B 22 o 8 & €8 ) B AT DA HY
23 FABRARAE 10 0% 3 1 /NI Z IR PR SR U LT 2B W0, 5 AL Bk
HIRE SA A N IR I BE . BRI 2 (IR ARAS 277 2E HoOp0 B XA AT
AN VRN, G AT IRRARAE 1 /N P92 A2 H202 2N 6.336 mmol
LY, BEE MR AT (50 mD, AR EN (Img), R UL
316.8 mmol g lmentat h™te 38 5-1 IR T il 45 I A0S Bl 48 B A TR TE ™ H20:
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i EREXS . VR M, BT ARG S, Ni-No-O FE R I TERE

{

—a—Ni-N,-O
6 e 4

H,0,i& % (mmol L)

0 10 20 30 40 50 60
i) (oD
Kl 5-6 == FIRRARS G B8R fHE AL A BR AR RS LE

# 5-1 AR H2O, 1 HLER

TREAL ] ARV H20, 7% (mmol gear* h™) 27 ik
Co-NC 0.1M HCIO, 275 [99]
0x0-G/NH3H,0 0.1M KOH 225 [100]
Ni-OCB 0.1M KOH 98.5 [101]
Co-N-KB 0.1M HCIO4 100 [102]
CoSe, NS/CC 0.05M H2SOq4 65.74 [87]
CoS; 0.05M H2S0q4 148 [53]
N-GA 0.1M H2SO4 107.8 [103]
Ni MOF NSs 0.1M KOH 80 [43]
Pt/HSC 1M HCIO, 48.75 [104]
Co01-NG(0) 0.1M KOH 418 [82]

Ni-N4-O 0.1M KOH 316.8 AL

5.4.6 EAFIBIERE MR

FE MV R AR T, AT W /5 BRI (R SRIa AT, W R AR E
VEAEE, FTREZ LRI 18] A IE B VE R B ek A B AR S M PEROR . i
FsE VRS, T ABRAT 1 AR AL RIAE N (R AT 264 T IR e AL 0L, 9Tk
AR AT SRR, B DR AR P RO SR IR e I o R A TR PR A8 P A iy i A O
LD VEAT S R R B B R b . A E M SR A6 W] DS A 70 SR 00 T A A 2%
i, R HAAS 7] S SRR P BTE PR AN B DR K BE 70, T HERA PRAL (AL 77
A5 FH A i
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N T PRIE AR Ha0, RERS HLEH TH AW FT, &0 PBS Z2oiil (pH
NT1.2) AN, 8 T EFEEN RS, Bl e AT At
) LSV #hZk, SEIGZERINE 5-7 Fion, GEHR 4.2 mA em™ [ IR B GRS T r) i
SN 0.25 V) BEATRETEIGE, BERS 6 /NRHI IR ELE, T ERTIIE H20,
7 &

1
or —
_1 o
S
g2-3F
Q
<-4f
g
So5p
,6 3
-7k e Carbon paper
o Ni-N,-O
_8 [ L L L
0.0 0.2 0.4 0.6 0.8
E vs.RHE (V)

5-7 B4t LSV 1hREfh £k

EHREE RN 4.2 mAcm?2, R pH A 7.2 i, SidiES: 6 /N FIRFSE L,
FHAERE— /NI — IR HoOo (IR T, SIe &t Fanfl 5-8(Q) s, BIE & 7E 4 214
N AR RS R R 1 H2O2 il £ 14 B8, £ 4 /NSRBI 7 19.92 mmol LT
=3, FE28 5 /INSFRIES 6 /NI, HoO2 WRFEIRFFAERI AR E , B0 HoO2 [14E U 2
AR, AIRERTEREIRE T, Ho02 A BSGE R R A, L2 T 3h&
A o W1 5-8(b) BT, TEHELE 80 /NI I HFEE HUMR AR, 76 FLIR 2 2N 4.2 mAcm?
), MRS, MRAYERETE 0.4V bR, IEW MR A E TR et EK
I ) B FL R S ATD SR A 22 2R3 o

FEABT [B] RS e PRI, Ni-Ng-O S50 15U 7 7] e d S A2 B*OH, A
T BT SR SR I I R RF SR F R B e R, DR, eI AR R A
EMEZ )G, RABETHE T T Ni-Na-OH [TERE, WT5E T AG (*OOH) 5 (nORR)
ZIAIMIE AR, 0k 5-9 Fis. DK H 5 Ni-Na-O BT LB R, 7E 26 ORR i 2
H, Ni-Na-OH F1 Ni-Na-O (173 AR, SXAER] T Ni-Na-OH [ 7775 X A7 14
sz o] 2R AT, FEH OH FITEPERE My, WM A FHIE .
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30 3
a) b) ,
j=4.2mA cm™? J=4.2 mA cm™
25F 2
=20} — > 1t
[=] ~—
§ &4 Sl p— Y —_ Dt A —,
Z15F 5 0
= ;
%10 et
= 5 5
0 3

6 i 0 20 40 60 80

2 4
W] N SILRCAY

[e=]

5-8 (a) A HEALTTIIIBRAR 6 /N A I SE AL U™ &5 (D) 80 /N FAGE PRI S48
b)°

a)f 2¢'ORR ' 4e-ORR

25 3.0 3.5 4.0 4.5 5.0 2j5 3.‘0 3‘.5 410 4:5 510
4G.00H (8Y) 2G.ooH (&V)

5-9 Ni-N4-O I Ni-N4-OH #%[1] 2e'ORR 5 4e'ORR ‘K11
5.5 KRE /I

AN 2 ELF 58 Ni-Na-O AL AL H202 IPERE R IR TL, 8 T 24
X HoO2 P2 IREm, EELE R

(1) 7F 3-15 mA cm 25 [ N, BEE R E RN, H02 /=& Lt (Hilid 15
mA cm2, WK G KA TR R B AEROK, BRI Ho02 850, il
H20 7= 5 ALK N B

(2) St JE AL B HaOo Pe B iz i T AR B . 350 “CRitPERS, Ho02 &
e (6.336 mmol L) BRI R BE X AL N M sema s, S VAL SRR,
72 HoO2 PEREFRTHA PR 83T 350 °C, fALAEE ™ BN, JEVEAL A, TEE
HUEFRPEREAR, H202 7/ 8 R, Husod B o iR A2 24 350 °C.

(3) TN 1 mg B, HoO2 ik e FEERARET, 307 E A
MIEZ, R H02 ARt mr, AR A5, IR TEAL D, FEAS SO
VIRF=IFE 0, 580 Ho02 IR T B o

(DFEZE pH T+, HoOo 7= B IR W I, pH A 13 i) 77 &85 721 (6.336 mmol L),
FRPESCAE N, HOKREER, S R AU B 508 i S B AR K, B AR e A 77 3 436 4
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Ho02 /28 BT, OHZS 5 &N, WHFRNASEAE, BERTHETIE
JE A B HoO2, ELBIE RIS N AR 2 B4 A R T 08 7 v, JFlit DFT 3#
WIHEAR LIS E .

(5) 78 BRI UL R 40T LU B0 3R I, 25 FURRARTC AL TG 1, e
W RTEAL RS Ty HoO2 AL RGE RS Pl S Bk 4K 68 i 35 PR
AL R S REEAGRE, IR SOE R, 1 /N H202 P B ATIA 6.336 mmol Lt JE 5
FHABARE AL AR L, Ni-Ng-O AL 7L AL 7 o

(6) LLPBS Z2nfl (pH=7.2) AHMEW, 4.2 mA cm 2HLf % & BT R 1
Mhk. R TR, ZBEAFIEREFLET 4 /DA H202 77 #8535 19.92 mmol L,
5-6 /NP IR A KT RS E , AT REIE B AR S AR N BhAS T RFSE 80 /N HLAE A IE]
HIEFRELE 0.4V [, EB AR E YA e, RIS TR) HRUREAS 5 T
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FOoE FiILtERE

6.1 Z5ip

AROCE % W S SIS G, R B EE R . =
PEDL R et RUFY) 2eORR AL ZANAYH RIFCAI B NI B J B A7)
(Ni-Ng-O), XJ Jr il 2% R B B i A6 57 £ 17 XRD. SEM. TEM. XPS. FT-IR.
HAADF-STEM DL K [F] 58 S SR AEMNA, 20 #r 7R B AR &5 0 . TESRARAE LA AL
BCAr A o Jda AL S SR, 0 i ) & B A FRIIEAT 1 AR BRIt RE UK, [ )oK
AR B 8 B B 4% 1) 6 s AR FRARGZEAT P A 1 7 o 2R A S S B AR U e A7)
kasEtE . ASTNIER Bk BPER 26ORR AL R ML T — 2 8%, AR A JE AL
At SE A B R L T R AT R R R . AR SO BART SR W R

(L) JE %z 3R T 7 AN NI B 5 7R Y (9 SO R e N B 7%, W
B Ni-Ng-O AT T~ Ho At A4 B PR A 7R B 23 Al PR P 38 L L R TR, o6 i S
M B A mE A mE B e, ol A 180 mV. BRI T HAREEILRM
M-Na-O #48L, JHL Ni-Ns-O 1752 f EEAE (1) 26 ORR L5

(2) G5B KIS, B iR AL S 4 T B SE B RO A7 1R B I P i 1
AR, I R R RS — RVIRAENAR, UEBZE Ni-Na-O FCA7 2504 (1) 5 i 1
5. JEa AL SRR B, EBE AT AR R, Ni-Na-O 43553 1 95% 41
8500 1) i M, A T AR AR . IR CV MR Sz AR AR e MR
W, 1E 16.6 /NT, FEIFRET G MR AL R A A AL SRR A ZE AR, PR
FRAL R T RE

(3) WAL SR BB AR b, i &6 B TAE AR, Sl b Wk 22 5 Bt AL
AWM T 225, DR S B G o E AL S o SEE0 R I, 76 HL IR 5 B2 15 mA
cm?, MRS 300 C, fAbFIMfEE S L mg, W pH v 13 B, LR
A P B R A B R AR S 7 B AR B B AR HEAT SE R 0T L, £E 4.2 mA
cm?, 1 /N AR AR B A SR FE RE S A 21 6.336 mmol L. dE i ARE
MR AR, 76 4.2 mAem? R EE T, BRACTAE AR AT LLUE SR RIS 1T 80 /N

6.2 REE

JE AT FCAE ) 2 ey b B L i 1 AR E 1 R 47926 ORRAEAL FINI-N4-O 75
IS 1 RF R, IR A AL A SN T RE T BTk AR, (HARRAY A
IR B PR R A 1]
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(1 AEREAGTITERESETH R, JR8 7T al DL uli@id i & L2245, W
BE— B AUA K A NE 2 AT A R IR FAAR I THIRL A L I E) 5, ZREEFE RINI-Na-OffE 1L
FIH)2e ORRYERE, A HiEVE ANk RS — B 5Tt .

(2) MIHRERLFHAMEL, FURAZ AT F AL i S AR R HE ) 2 Tl R K
REERATIS, U S A R I EME R AR AT LTS AL R KEAT A BRI 7E, IR
FEAN R KT 25 AT 0 I P A A 2 R

(3) FEMEATIRATI I, FHIRE LT =i & 5 S 5k, PARRARNI
JE AT A S, ARSI R F o I A e R [l Wi 5 8 Y 5
AR A REE, 8 R T T R A A F sy, SEBLBEIR TR IR
RS i 195 N
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