AR HRE UL A SR 0 BRI T BB 45 R Fe/SVG BT, g o el 5 ] s H 3RV
(fixed-potential method, FPM) 1% ORR /X M. 7EF 18 & HLA R 3 g & 75T H

215 2% Case_ORR.

TE FPM TS A, HAR AUy E XN:

Urpm = Use — U

HUspe =— 4.4V NErAES RS, U NS HES BRI 5 . AHRE DLHE
AR ARA T E BRI, HrhU=123V, Ugpy=—563V.

7 1 FPM iH AT RE Sl SIS A AE RO 100, B AR 75 U R S 3 A2 R TP A S
LA B AN\ S SR 255 |

1. ABIE. Fe/SVG GRMAL

1527% Case_ORR.

2. f# ] FPM % Ugpy =— 5.63 V I} Fe/SVG )5 fE

2.1 HEF RN SCAF

a. etot.input

FEZ [RVE RN AT HE T, IE 2 E FIX_FERMI 24f, etot.input X1 F:

1 4

JOB = SCF

IN.ATOM = atom.config
IN.PSP1 = C.SG15.PBE.UPF
IN.PSP2 = Fe.SG15.PBE.UPF
MP N123=331000
ECUT =60

ECUT2 =240

VDW = DFT-D3

SPIN =2

IN.SOLVENT =T

FIX FERMI=T -5.63 0.1 0.06
SYS TYPE=2

7 2: FIX_FERMI H28 — A Z 2B Uepy o

E 3 N VRS E, T FPM R R R SN E 02 H£E 03 eV, W KE
SYS TYPE=2 "] UL E K ETE AN 0.2 eVe ST TREAMEISA R, AT LR
ESANGINEL T 24

b. IN.SOLVENT:

FIX FERMI=T -5.63 0.02 0.06
PULAY MIX OPT=100 1 0O 0.00000 1.00000

¥ B POISSON BOLTZMANN Al AKKO DEBY %, IN.SOLVENT S {F4F:

DIELECTRIC CONST =78
SURFACE TENSION = 50
PRESSURE =-0.35

RHOMAX DIELECTRIC = 0.005
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RHOMIN_DIELECTRIC = 0.0001

DIELECTRIC_MODEL = ATOM_CHARGE

PARAM_CHARGE.1 = 1.0, 1.0, 1.00

PARAM_CHARGE.2 = 1.0, 1.0, 1.00

PARAM_CHARGE.3 = 1.0, 1.0, 1.00

RHOMAX_CAVITY = 0.005

RHOMIN_CAVITY = 0.0001

POISSON_BOLTZMANN =T

AKKO_DEBY =0.036 |
¥ 4: AKKO DEBY fUFREMW T & TIKE, NELREGH, A THE AKKO DEBY M

5, 0 0.0360 BUNKEAE I 0.01 78— R _E ] LI BT S0l

c. 45Ky, JEH L pbs AR
1598

22 WHEARS LM
RAAEFHAT U, TSR A 15 21 B #E E_tot,

3. fHH FPM 7718 HOO-Fe/SVG. O-Fe/SVG. HO-Fe/SVG [ fe
FID U2,

4, EEAE ZPE M5
F RIS A PR RIS RENTT, PR R LIS % Case ORR IR 5. AHEFEAT
FH FPM it5 .

5. iITHHEMREG

ANFR REAM IR 2R AN FRRE R B R, X —#0 87 H B NAQ Urpw»
HAAQ Jyfli il FPM B A R ) FL 23], fEfH A MF T, ORR M EE— H HAEZILAG
J9(OER X MW 275 L E[2]):

AGFpMzGéOH_Gl_GO

2

M EE RS, M PWmat THES 15 2/ S A8 E_tot B S HRS BT H B RE,
PR AELFE M A3 G = E + ZPE — TS SR 1 %48 R 4£ FPM J7iE FIE HIARE G. KA EN
PWmat 155753 2 1) EL B8 E_tot, ZPE AF rifE, TS N TIRaNME, X TIRM4ifskit, TS
WAl LLZE, X Ha M HoO, TS BRI LUE &k CSC F M s 225 k15 21

1
_EGHZ —44 — In10- H=(1+ 1— 2) electrode

6. HHIUMERER PRI, KHAG
X B LAAG, 91l
1
AGl = G( OOH)FPM - G( )FPM - G(OZ) - EG(HZ) — 44— electrode
H, G( OOH)epmf G( )epw ' E 3X — T 1] LA H 2 52 HL FPM 1t % Fe/SVG Al
HOO-Fe/SVG i )i fE E_toto

BAg B2 7 N1E S % Case_ORR.
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LB A THE SR S0

Structure

Fe/SNG (HO),-Fe/SVG | HO-Fe/SVG |HOO-Fe/SVG| O-Fe/SVG H, H,0 0,
-3.209 3.0561 1.971 4.687 129.469 46.997
3.342 5.614 3.119 4.687 110.797
4.217 6.869 5.82 23.925 114.336
8.345 17.361 6.954
12.277 20.019 11.749
phonon mode _ 14.086 110.330 15.711
(THz) 14.468 22.569 -
16.176 37.805
23.669 108.241
25177
108.625
110.285
ZPE 0 0.698 0.338 0.442 0.069 0.28 0.57 -
Is 0 0 0 0 0 0.4 0.58 -
E*(eV) -8024.019 -8924.842 -8475.431 -8907.175 -8457.829 -31.731 -466.684
G*(eV) -8024.019 -8924.144 -8475.093 -8906.733 -8457.76 -31.851 -466.694 | -864.766
AR, 530
AG, =— 0.77
NG, =— 136
AG; =— 151
AG4 =0

gib, fERARAHBREET, A FPM 5 ORR HHRERMH X RE T, H
P 772 (charge-neutral method, CNM) 1T 45 K YE T Case ORR:

*+02

*+2H,0

*OOH

Free energy (eV)

Reaction path

HERERE, £ FPM iH5 9, ORR [N s 17240t B fr

e ANBEE M E B EL,
72 EE I S B 5, 5 2IAE i A 2k 70 S N B O ) B

ER UL WA

=563+ UL,
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