RERE: KE 20184 48% H1H:9~17

SCIENTIA SINICA Chimica

RN crvEas s REKES

CrhEpee ) 2ekit
SCIENCE CHINA PRESS

CrossMark

& click for updates

chemcn.scichina.com

REJR AL A0 58 — Itk i BB A2

O E I, F 8, #HA R, ME, E A, AR
V] A 32 T P BN 2 ] 5K S 0 5 R VSR R S B IR QT v s SR TR S S T 5 B, SR TTT 361005
*JW HAES, E-mail: chengjun@xmu.edu.cn

Wi e F 93: 2017-04-25; 352 H #1: 2017-09-11; FI£& il & 2% H #1: 2017-11-23
FE 5% ARB S JE 4 (450 21373166, 2162109 1)1 5% <35 4 T A1 %1 95 Bh 5

HE #EIAZERREAGRERFAAZ -, X—FANBAZREXLATHELREEHNERILT.
RRRUFWABESTHRFEAANEAAAEZRNL. BRUHESZRWNHE 7T URABFEMFERE
FHZE B, BERHELE ZNATRENEFFOENTOR, BEREREAT. Rl EFoE0
BAMEREMFSE AXGRTER T HARBEAFILEZTREANARXIARK L RES, R Y
TH#—FREMEA T EES XRBFSEAFA. &E, XEXNERITHARRMAF A E Rk
REFHMHAATTRE, BRNT ATk ERERAR A |, UL BRI ENA T ERELFE T

=S S= R
XA

1 g

([

R AL 170 L 1] AT R 4582 A e gt o T M ) —
B T B 2 AR R A, BEYE R
ff T B T4 B MRLRL S TREEAR
G R RS AR, £S5 DI RERUN E
Z A SER AU AR RE B A, I e R i
— R RALAE T IR SE R B Oy A 5 — T, it
SR IT R A R BB A HIRE L, To iR 2 WOW AL /& 2 WL
F1 A ) R 2 ) RUBE, A AR I ) T 57 3R R AU S 5
AL A 2 A B L. AR 2 S 6] C 2 e 3
VBT BT DA B S 56 2 5 S B b AL 98 S 560 YL £ B
R, I BN R e s o B . wr DAL B i v 5
R AE REVAL 220X — B X A Bb G4 — W .

B BT AR B T RE R AR
R R, Bt E, R\ E, S E U, KE S

REVRAL 2 R AR 2 I AR AR 20 K fb 2 e 5 oAt %
MEARECE. . AERFA, BHRAELE R
IS, DR B ASE UL I 1% 2% 18 1 S5 M RN REDR AL 2
oA BRI 7T N DLER — VR B SR 5 R (R iz B
HWSE) N TR, 4G AL TR R(E T8 . Rk
FE BN 2 TENIE BRI BN
LSRN E A TR U

HAT, B TR O )iz B T REEAL 2 h i
AN, EE ORI AR REE AL S AL
LK BH RE REVR AL 2% 58 AR SCER — Bl oy 1) ZEREA 1 HL iR
THRLAE BE YR AL 27 X 4 5 ARSI 7 BIR R
JEaYs. BARHEAR T S RERAL S O R A
FH R, (H SN V2 1 L 3 A7 A 1 22 R 1) AN 39
SCEAES = H R T ER o AR AR YR AL 2 gk —

SRR

00077

Fan X, Huang J, Fan Q, Wen X, Yue H, Cheng J. First principles simulations of energy materials. Sci Sin Chim, 2018, 48: 9-17, doi: 10.1360/N032017-

©2017 (RERZE) REL

www.scichina.com



V5 5 BBV AR IR 2 — M SR AR

A5 L FH T T s B SC BE R 7 5 R 0] /B, 35 45 S AN TR
A3k SN URURE A RO TE B V2, R T 32 DA HE B A AL
RE VR A 22 R A3 1 52 20 22 RH 3 T (a9 s [ ]
5y 1 B, 51 NS DL 5T RE IR A4 RHE 41 37 1R
F R 2E g PR DRGSR AR 4k ks B T 454
THE 5 V2 B e UL K R T T 12Tk 9 v A 2 7% S B )
) 77 2% DA SE U i B 5 R AL 2 v i FEL AT R A S R S
B B Ja — B A6 B T SR BRI AL 2 R B ok
KRBT MHEAT TR, $&H 7 & W E SRR
BRI FE 7 1) (1) #F— 0 B A e B AR U vE Sk Ak PR
W A R REVR AR 225 (2) R LB 1) B 58 35 I AT 1) 2
TR HESE, 5 Bh B I 2R A e YR 4 5% 1 2 AR AR s 1 T
B, R — AN B2 AN BERE T E A RS X RER S
THAE R 102 B (descriptor); (3) il i 5 K& 4
[ &5 1), ST 58 A& A RLER B, IR St EAE B
WK TR B, S I S0 SR AT A R ) v 3 0 Ak I T
FERPRHE TG T, B 208 B H G Wit i BB 16 37 T b
B HE .
2 BB R R R
2.1 BRERBIEAL F M BB AL

T 2 e VR AL 2 B B I 48K 2 504k 2 0 R (an e
R B 0] IR A B A 9l S 8 A5 ) A ] A 3R 1 I
AR S AH A S . BB A A Ol B PR kR, A% 4
BB Vs T 22 0 Vi 2 K, DAL T o] 4 B b 3 11/ 9
36 8 A0 R A BLAE S 250 R A s S T s P B S8 i R,
B0 R R B e S B A R FIR BRI R B S 4L AR
M, X S S LERAE J5 5 2 T TR R = B K b R )
TARAR AT BT, RIEE, A A= =
AL, 55— PR R U7 R v SRR RS B ) S
AT, XoF R TR 27 R0 A X80 R A 1 A8 1) R A B A
KEHESIE FH, 8 A NN AR B T AL 2 X se 00 24 R
AL SRS B i A O I S 2 — . Rl e 2 T
2 oR B ) U 5 T v AN R PR LA ) R A
SR TR ] R R T PR R B I AR, i L RE A RO R
THI 2 o0 I B Re 2. HET, 456 30 1 A3 v (Wil
MB35 B )1 5 R R %), AR THE 22 2] DU
R PRI 58 S SIALER A7) 3 1 R a9 1 55

[F] B, i A4k 25— S M R ER R 15 B 1 4%
Z R ES THE IS UE AN AR L ], BRI AE T
[ 4 2% 7 b AR 22 58 o0 I B ) BE B AN BE 22 IR 2R 1 %

10

2, 19 B0 R KN ) Bronsted-Evans-Polanyi
(BEP) X R X — KRR T — P Iy M 5
SN B 22 1K 7 1%, W IR A S A AR AR R AL T
Ab, 1 — 2V O R W SO A4S 0T 9 B S i Hh
fR AL 25 4 ) SabatierR U], B T — AN 1 (AL,
25 T TR B AS B K Bt A REOK 55 . JL 45 w2 IR
FE R S5 AR AR A Hh T 2 IS TR R A T 12 5 R R R
Utk i 2856 & . 640, Norskov il 4P 7t T — 44k
T AN SR AE A (A U8 4 Ja i A 7R B s v, R T
T 11 5 CO i 23 W B B 1R J IR ith 26 5¢ & (B 1), JF H.
T AL E 1T (chemical window)” FUME S, BI7E £
BEOLT, B B8 AL T —2~—1 eV Z (Al I, {101 fE
B E . Hulf PR T P00 A A R [R5
JE TR (1 R AR B 1 A R, K B 2 AN BT B
SR G TR I 22 080 B R A N 2 — 0 iR AR,
SLR T B R BEP G 2 R AE I 1] &, adE — 2B iR 1
X KULPIR 2R IA R, BRIk 2 Ah, B BEP G R AN At 28
PR RAGE A, 7T DR B =40 LR B 28, 6140, Hu
YL COZM KN A, %5 FE 1% I S J A
T I R TE AR, 2 A A AR (TOF) Bl C I Bt BE O
A R P A A ot T, 2 T R A 4 ) 4 LR 2 A
S/ A D QTR N TR S AN % A S
I R 1 22 R A TR AR T SRR A0 7 ) R A 3
I HAR DL 22 AR A 7R 9 A 700 B TR R 0 L

AT P 0 LU R |l 42 56 2 0 34K v AU AL
FUBRAL T R4 i B SE A, K SR AR N 2 24 I 1L &
JS7 Ik A8 DR R T 44, R A 751 PR 5 v 1 T DAl a3 e

100
— Ru Co
@
g
£ 10 Fe
9] Ni
| R
X
o 1
[Ye)
- I
o r
2 Pt Pd
=
g 0.1

0.01

-4.3 -3.3 -2.3 -1.3 -0.3 0.7

Dissociative CO adsorption energy (eV)

B — SRR S B 1 R CORA B M Mt e A2 AL 1) il
NS (T E A



RE R L 2018 4F 548 A5 1Y

Vi) A (40 e B e e i B, 7 s 5 R LA e ot R T 1 B R
Bz RS TSR B XA, AT DASEEL K & O AR
A R0 AR R (1) 4 RSN 5 A4 1R AT v I R R I, X
T PTIE B B W L AT JE e 25 A0 R R R e
PE S AH 3 A ks S R 2R I 20 BT, B 2 D e A A B
B X T 4 7 R 5 40 T A 4 SR B 2 SR AT B R, FRI
TR IGIE GV 1. S St E B E o v SRR B R R R T
PRI 2 mT A7 ol an, ol G A 7 v, B AL s
A B A TR 5 A SR P. B 2, BEP
IR FFH KR il 8 A AT DA D9 33 A AS (7] {4 771 B
AN [R)E PR AL ST AL PR I L, T L, B AR s =
i 30 AN ER S TR R A R
2.2 HRALATERE RS 220 i B
RV 2200 SR 2 AL AR R, e R B A
(T AE FEZHAE TR, SN2 HEA
TH AT FEAR R 5 T AL, R0 A 2 T 28 — 1k B R
J5iE, AR BRI PR, SR, T AR A — e
T TR R AT R R IS @b I Aek, KR 2 rafg
5t REAT T — KA, JEHEAE TIHA
At JR . S5 R AR () 1 A L BRY A) - ARk v A F
IR BB 7R S AR HL B ) B 7T, Nerskov
SR T — MR B 3 ) 2R AR SR AR
B 52 7 B PR AR 2 T U 5 77 9 e 3 AR AR T A R
Hh JE B T ST BT SN AL 5RO 2
SR VL BE B R AN L F AR 1) PR (E12). B AR
BUH W 2 (P MR v, Wit 1 s A pHOG J B e =
HI s, 288 1 B )5 H A SR, H R A SE R Y
FH AR B R A & B0, 1% 07 158 SR AR I I L
B2 NI A JE b 1 R S N A A
T R 30 A A0 3 1 5 480 1) 2 T I B e 22 K il 285
Z. XN ETH P U A AR SRR AR AL R R LR Hh 2R AL
AT G, A F 2 A AE T AL R B R B AL
MR RN 4. tHE ORI &R E TS SR AR,
HoryE TR R B 5T (R A A R B SIS T P Ltk
i 28 ) T . J5 SRR 2 06 T 0k JE Mt L &R 2 25 T
X TR 7T, 440, Nerskov 57T 7 Kk 1l il 2%
A VE PR S T ORRAE AL FIPY(111)_E [ ZE R AL
B A4, i8I A A AL EE AT DL AR 0 3R T R B e,
T 75 I A0 05 1 75 A ORRABEAL. 7). Norskov 2™ 42
SA T 3 THT I B BE R ORRAE £ 751 41 A4 vy 4 110 2K i it 28
KA, FIHZEZ B THE T E8 R R ae, ¥

Oxygen reduction Pt(111)

8 . . .
Dissociative mechanism

Dissociation barrier

6
4(H*+e)+O, 4(H*+e)+20"

U=0 3(H*+e")+HO*+O*
4
6,=0.5
_ 2(H*+e")+O*+H,0
2 0,0 (H*+e-)+HO*+H,0

2H,0

Free energy (eV)

0
U123V 9,05
-2 0,=0

-4
Reaction coordinate

B2 ki RIS RN E d R L &
o ] A £ R A1 0 5 L 4 g 2 e ey 340

SETIN T — Z 5 ZJuR I & et 408 T SN 7
P, TS 0 128 H R R A e O < S SRR FE
MWIBAT AT T (RIE AR & AL S RS E PR EAT
TR TS, Lok TR m s I B A e AT, AR
AR A8 PR TSR, R IO a2t ) e i PR ) TR T
B AR E PEAN G, (H R IX — BT 0 R G T 4R
P e BLAE LSO IR IS AT 26 A TR AT ARS8 A7 AE
(FJORRMEAL IS (i 737 k. X T #r & L, Greeley
SEULE I B R AL, i SR Sl E AR R
PR 2 T W BFS A, A AN [ <2 Ja ) HRL R A I 1 A K
LR B 2 RV RFAIE. AT 485 5 v 08 2 T 08 1) 7 VR BV T3
I B A s SR Al B 1 B v B B S <, S RS
B R X AHT A < AR SE T S S AR, AR E
IO SRR FLT RO BIE 72 A T 0028 R, 8T H
TS FH AR AL IR ok - R AR, TE VR HE R R B 2441
2T XA 2 AR S B R SE I . SR N B
o SRR R T SR B R R, I 7R R T
ST W, A 1) 5 i

T4 B 7 H b, Ceder i RRZH " 5E T~ FEVZ b 3
WIS RGO 7T 7 41 T r i b B R AR A i
5, 3 0 BB T IEARA R A B AT T, AT A B
- 5"@ E' # E'(] 9[3? éﬁ 1‘@ (LiL211M00A467Cro.302) ;E\‘ ﬁ E ﬁ? E'(]
B T AR SR UM A BE L, Hh R T ONATTIE R A
N —— = R AR B T R B IE R A RN 2 R
FIZER . X8 TR B B S kel 4.
TR BN, T DL 8 TR I S R AR R A RE
B RAL T i e R IX g n] PR T
TR T BE A R R H R R, & e R L T IR,

11




V5 5 BBV AR IR 2 — M SR AR

CederS5 ! T — K R A w2 . KA 1B
TIERRAA R RS TSR T VE RS T R A R B
[ ¢ R figp J5t AREADUER B 7 AE b i il A, 1 — 3
255 P it R SR AR X L. Li%5 4 pl o S A
fige 7 44 e} beta-LisPSa A B 1 109 HL B 42, R G &
B0t Uy 2 X SRS ORI IE SR AT 2 A
R BeAb, FeT 5 — R SR B B S 5 iR T BUAT T
FOHE B e b A RS B 2 R U e 2
R T 3e A Syl T AR Bl AR B T B
KR 7y T BEAECIRZS, B FEARAA L D RO &t A HL2H 73
GAEABAL R PRFAZ. BAERBRSG T, BT
A2 2% 0 Bl S S AR 53 S 2 ) A ] 380, A e E) 54
TS LA K S T A2 S AE A8 A B T SRR R Y
Wi p T SRR I T BRI PR ), ik 7R 2 R T T,
FEAN RIS T) S 22 ) RUBE R ADL LT p R, DA T B i 52
M FL 1 i 1Y) SR B TR K

2.3 FLEAREAALE K FH AR AR JEAL 2 vh Y B

K BH RE B R AL 7 2 B I SARTE SR 1 1
ER N F (TR SO 8, UL E—
BT LR A S R AR, T BRI ALAUAE K
FH BE RE IR AL 2 22 AN J7 T 10 S A AF 78 v e 38 88 24 .
0, B — 1 SR T R AT DA RO B SRR R e
Ty 45 K8, AR T A5 B B AL A T AR ) R ' 1 e AN
A, M S B34 1 e I E AL A RL. 7R KB BB AL
e GUIHN R AT AR S R RO P, o
AL FE AR K BH B8 R thy mh 28 L 7 [ [ 3 1o (57 T 46 1
Y ES S SRR K HLth R A O [ S T KA
Mréd R BT AR BRI A HLGL R T IR IO RE
EVE LU AR S X AN i P e R v g b 4 SN
NHIFFC S TH] 8] A A% Bk B2, 1 BSR40 ] AR 43
5 B3R X — . ][] S T R ROLTE T SR A ) 3
Atk O A B ET T AR B il a0, TF A [ [ AR 7R
ST 1) FR RE S HE 21 O 92 A0 X ER A e . AR, IR A [
[#5] 5 170 5 HF AT R L 25 (AN R B FE S S AT B
Wk, BAR Z WM& 5 & BT ER G, B DL 4Ty
SRR 2 1) R R M k. oy — 7 THI, [ A T R ] A4
A WL B BRI AR EOHT. 2 A/ 0 T [ 57 1
IR K> RAR W LR A B K ¥, 5L
FE SR EX 2 2806 55 v, Ko 3L I P (31 9 T i) R
S lan, w4 R A (R A T LA A
(PZCO)THE, & FH P AP H 5 77 EMUSIC MISBEAS: 1Y

12

#0617 VENS, BARE AT TR £ 4k R #0AE
25 PLBCHE R IR 45 R, (R X P M VA R B SL IR 2 4
(A B, i BN — S 5 g R RARMEZETIOW 45 AR
L (R AR R 0kt o JoT 0 5% T S o 2 5 1 s ) AL O
o g AR NATT AR . g T ] AR, B I R A
RE 2 HE A1) [R)FE A [ 57 T A0 ] 44 B 23+ b B FR fr
R RCEE, Bl A ORI KE T
— L A FAR T VEOR T X — B R .
41, Cheng 2" I % 18 12 B0 #1843 T3 1 #4648 (DF T
based molecular dynamics, DETMD) ] J5 ¥ % TiO»/H,O
FETH () BT RE R HE A AT T AL, Hoh B T RICADFT
(1 B 3 72 5 B VBMIK AL B i 22 K 2 4b, 3K 45 (1 CBM
AL B 5 RIGEYI &, Wiz TAEF W a] DUE HE K
Xof [ A4 BE 7 45 R () S e AR R, AN T 2088 BAR ANk, AR
TH 235 A6 AR P~ 3 S AT 75 S i — A Wt 9 AT 3 B B A
X G T HAL er A B2 B s . 5 ] [ B AN [F] A 2, R
G b B H B R A 2 B BUR A A AIE R R,
T i 26 44 0K B i 2 A BRA 27 Re A7 it R . 3X #8543 11
FAG BT B RTS8 32 2248 F Norskov ¥ 4 7 278 HL 35
8 AT G2 8 R B PR R T R RS 2 P R R
HUER, (H A — S A ST, N A8 5 R oA e,
TR [ B oy B AT I AE W AL o, R it
A e, m M P D S M S R R, B (14 I T %
PETR RS 5. AR, T DAL i A
T EUR TR S SO R, W) SR e b R A, £E A
WA 4 FEAS TS LU B 4. L, ChengZ PR
B BRI E R TR E R
AR [ HAL N pKa) (187 7735, TR FLN H T — %4k
BR G T KA TR RS 5 1 HL T 3 B Y (proton
coupled electron transfer, PCET) . W3 frzs, A A1t
— R AN BT RE P R A B A A )
Ft1 _EPCET S S A0 2 1) H, 7 A5~ P A D7 T R 34 7)
WA, I Hul X T — AN AR, &P
T TR R L T R ST R LT T RE
200 IAE [R] — 7K P28 b 3 0] [ v S T3 7 FEL T3 B
SN g R A B

3 RERHAEERRB

3.1 i E A
ARZ I REVRAR RALAL AR5 22 A0 i (4 [V



RE R L 2018 4F 548 A5 1Y

-15 H,0/0H  oHyo* H,0,/HO," HO,/0,"

-1.0 1.0

2 05 05 o
w <
I 00 00 o
2]
2 05 ~059
L z
5 1.0 g
o <
T 15

2.0

B3 AR KA AR N AR T RE R
G ESTE AL

[ [ 0] 4 1 BT 55, REVR A AR IR AR AR KRR S
IR T BT ) Al 2R A B AR AR AL R R T
FTHT )T SEAADE — TR RS (4 55, 75 2t
/IR SRR A B, [ T AR AL 7 T
I 25 i [ A P P 45 A 2 S 30 25 T R RO, T IR
PIASTT AR g8 By )R TR T 1 gt )y
PSS [ R BF 70 4. TR e, 6 5T B B A L,
FEN G0 25U i 2 AN ] 5UISR ) k0 R 2 AN SR ik
7 REAL B S 1) 8. B Lz R B AR 23 T3 AR
Tt [ U T MR AP IR, 255 B I RETHST
AT CLUE SERAG ST S NI B H R, SR A2 125
T &5, (H 2 25 R B AT v SELARAE ARE 1 ) PR
JE&, RHAE AR RAZ 5 12 REAE [ V057 T AT 7 ) B 22
MHESIE . o T SR R AR kb, 2 225 X
FE AT, R THEAL S ZA T RAR 22 L&, [R] It 22
T I SR AT Bl o A 200 5 4 SHL At A O 45T )
SHETTE, PR S AT LU AR T3k
WIS AR, A A — D SR PR T3 AU S T
RSP S X

32 ShfERIEIGIA

REVR 1A AR AR I A5 A e BB sC A AR AE, e
R RO REFE AL R L B, AR LTt . B 7 b a%
P e rh Ab 2 RE AT L BE AR L AL, K FHRE AR 1L
MR G R AL BAL 5 e, P AR A 28 2 P e Ak B
HLAESE. 94k, LI BRI N I E (e, IRS)FK
RLF 7 A2 A5 BT R I RS $E T — B S N Y A,
IF HARAE AL 2282 (0 [ e fb. PRk, REVEATRLE A1
PERIN BSR4 B3 1 9 2 AR X RE VLA &R 11
ROCRA R RIFEE . PR AL 2 I T AE ARSI o 5
NGNSy AR KB, ) 2 [ VA b R ASE 10036 5 40

K FH KDL 8 S 320 5 A AR X PR S S i 5 5k
IR BLHTHE T, INAANEE B AEM S AR 20 A,
THR2E S BV B S AT AN B . T B[] A B 2
% Restafll Vanderbilt™ £ 01 1 LA [ DRI FH A7 4 14
12 (Berry phase modern theory of polarization), 47t & #f]
55 TR AN 3 B BRSO v B e k. Bk, IX
FRITVEH R FE I FH 300 8] [ 511 b, BF 98 4% Gt H 25 2 A
Jigt A R} SRAL T AT A B T DA R BB A A
fib S b SR, AR AE IR R O s IR A B
FEWOW R e AR S 28 I B AR, 122807 VE
FH 30 ] 5 T A 28475 75 2 o Al 390 A 28 v ) B A
HMEAIRR 7 B0 v AR AE . SR ABL A0 B0 JE ARt m] DA 30
Ji& 2 F A A0 (i 3 3 5 A T B4R &
3.3 WHERTEMUEITIENER

L GBS R B — MR R B R O, BT
SRS FE AR B BT A5 IR BT I
WS — MR BRI £ 2 =R (A
HIAR 7 B K R Z N 5T, ok
AT P V2 bR A ABL R () — SR R 1 7 BV R
PR R R A R ) 2 BRI Al —— ) R A
Bh——7F v B[ AR 1) e A S5 W R4 7 I BT RE SR
J7 HAFAEAR K 1) 22, X A el e (R T B8 15%)
B —X AR Pz E—AkE R
(10 TR HE . 3 i 22 AN A 2 T Boh B 45 RAERUE B i)
—UERE R, A E N T RGER .
o B EVERN R, 5 R RN, OB B
W N B N & . 3 A, SRS Bf (4 2% FE V2 R (a0 444k
2 BRI A2 B AE), I8 OB I 5 T 2 AR B 18
(7712 (n GW B AN HLAH A7 4005, #8545 2R K )
K. FEGREGRITE G5, A i — D h RIS
TNENTE R Ed R Hk. 546, IR Z el
(R B A 7 1 R0 S 5 i L OR 3, (R H AT
THE A TR S T E A AR R RIBR %, 1% A7 T K = 3L
R B ) B AR T 7
3.4 HATEERS B3 ) A

H AT, AR T 577 VR 5 2% 1) S T FRLAT e 7 S
ORI 7T, 32 )R B T o0k — 28 e A8 BRI #4722 1A
W 40 HT AT IR ) Nerskov Al Rossmeis] $2 H #1477 24568
FE AR, ANAS A 5 R I [ 34 7 2 2 Bk A & A
PORHRE YL 25, B T vk Sk — 0, B A T

13



V5 5 BBV AR IR 2 — M SR AR

Tf ¥ 8 S L B 77 % EAFE R R &K A
SRR WA T X T — L 48 # (adiabatic) 5 E
#fi #(non-adiabatic)iI F2, HL T &l K n] DL — Lt
BAFE I8 (W Marcus B 12 £ 5, AT Ak 5 5 1) 3 7 2
(kinetics). 73— J7 [, WILESCBUR AR R, Jukl o+
WG S O F TR N B SR S A A Rk R I H
TR A, AL 2 417 18 H - B #4477 % (dynamics).
T3 AN A LT T ) 5 ) 2 oK 4 R (W 42 55)
1) 5 B9 T KON IR Bl Ak 2 OB, BIF TR 8 R A A A
WEE R T 1%, SR, 3 )1 B 0 AL T I AR
Z e, B AT S vk O R IR RN R
B IR TA) RBE . 24 R R R U7 kI8 7 LS E K )
AN K JE A fie B8 U MU A AR R AL 25 A R R H e
R

4 BEPWIIT S SR A

H AT, Bg TR C 22 BT se iR 22 i &
AR, 5 LI TTVE oA T, I B 3 R
SR, A SR U ik 1 A 2 BR A AT ) A, PR
WAL S e AE BE WAL 2 RO BIF 5T Hh 5 44 5 B (R 1 Y,
XA BB 2 ) e R SR AL BB Oy TR
A0 i FE 0 B e A0 2 AR REVR AL 2 P B R AR
I 5 B 24 iy [H BRELAR BT T S 24T 51, B N 5
LLTR 345 1] ) SR Rk 7

4.1 HEiE BN RE

AR DA LR RRIR AL 5 1) 2 A G B —
B H, H AR AL BRI B2 A (P RE VR A R IR TV b
TR B — PR R R, T IE . LA TR T
A BERE R R MA, B T E AL
FF: BT 0 ok BEAR 4 130 /1 (DFTMD) H #7F 55 ]
WA R ) T7E, RRF AR M. BTRes.
e R A A A SRR i PR 1S L S NG DN
WL . 1)U, B ALK AR A 2 A S 7
HIVE R T BITOWAT Jy; PR . AERR 0 s T A B
T3V, LA RS P Pz bR (W RUZRAIZ iR )« 2 AR Tl
IS (GWIHIR FBENUAH AL BASE) . BT 1 B &=
{7 ¥ (Ui full configuration interaction quantum Monte
Carlo) J HoA% Gt i1 &4k 77 % (Wicouple cluster theory %),
DAOR B B T 25 i TH S B nT AT MEADRS B 1, B4 EH |
ReTh 507V, RuAL G s R s R BTt EAR SRS 0 77

14

5, R S S PO B HEE DTk, A4 m)1
(classical force field). HLRitAR Y (coarse graining). %
414\ Fi (dielectric continuum) &R 42 37 2 RO THE 5
v, T AE BE KB 2 (B RIS ) RUFE BB e A4 i
e, tHEE M A RS, TR . NMREE), 4
By SIS AR 38 77 53R A% G 1 b4 RO B O 25 #4045
B St E RO AS R JTE, H R E R B T
PSR

4.2 HT b AE B M A

AHERS ¥ T S5 S5O i 0 4528 I B — LRI TN
PRI REVR A R AP K 48R R 2% A5 S R EdiE, R
TP REVR I R (10 B A ATE 1R BB, 3O 75 B o
B S DL BB AE 2L B, 72 AR S A AL
AR R A i P A A B0 e R T R B 8 D K AR
il 2 R B, 17 d LT RE A BEAR MAS T B R TR Y
RE 14 56 55 A I8 < a8 110 Pl 1 &5 A (RID P 18 o d L - g i
) 56 R SR, ORI UK, A AR LR
FEXT & e IVE R B EAF e 2. DI, R ST R
A& MR, 5 240 DA I d 1 RE Y B
W 53—, A R A2 1V < R S A ) AE RE IR
RAR AT Z BN, SR T T RE AT A R R 2
AR SR, B TS B 58 & 1 B HE 2R R A
IRA R R A 5 L SR DR R AROR IR T AE XS
AR RIRG T TH S AT RN B A () S Al b 57 58 3
R A B i, T SR BR AR LR MR A R e Ab, 2
KA FZAIC QI & R TR 2 A AN R ROU 45 44 (1
BB AT RL (K . QK B AR, AR
3 RS RS x P AT S EE . s A B
e AE A% G 1) AR 25 R A0 AN XS AR A 1) S Sk — M HF
2, ZONER RN T MRFL &, #3 A4
FEIN 78 2 HIAEAL TR, SR B AR I AR RE A 10 70 O RS 2%
JS2. BEAR, IR T FR <6 e 48 K ORE T ) 45 1 T RN 4
UEMDA AL S AT fre #E 4 L, JF HLRESR i — 28 S 2 11
R, FAT HAR AL RIS A, HrE ik
{5 4 B0 BLAT B 1 ) 90 AN O BE I 4 5 ot
ROSLHNR, T AELEBATIE L & A R 415 45
10 <52 JB8 N KRR SR 31008 S5 8 5 [ 8 45 16 H 1.

4.3 BTG, KREGEMIE B e X R
HARBLFT AR B T SN T AR X
— AU A% F AR, H R RORT IS e AR ) 7 R



RE R L 2018 4F 548 A5 1Y

SR ST AU R A AT M, sl v SR e 4
 te 10 T TR AR U AR, T8 A Y 4 4 R 3
BRI EOR BB AR S22 ok B e T R S AR R
B T S AR B TR 2 B, I ST B RS
£ (quantitative activity structure relationship), 3 117 2
Z AN AT A AR S bRt e B 2 T v SR AN
& K (descriptor)™, #E — KBk JLRA R 24 o, i@ it i
SRR B TR ) o 46 R SR 3R AT AR el 8 0 oG, JF DA&S
SE F IR PR 51 ) A2 Ak R B B 40 W b v
IR 2, TR ARG PR I A [ 7 75 B sk
RIS SCHE. R, b ST B 1A R 8 AR B 1Y
KBS E B RO R E EAREE. [F R, s E
THELG 0 R T SR BB A et R T K, R
APAT B E TR AR S, kPRl BARAEIL 1B
FAt L BT EATSS . AR EE A A P A

H T ILACRE TR A R 540 40 28 Aok bk 5 2%,
It HEE — 1R B O AR A A, AR T ST
ATH 50 B (AN R 38 BEVZ ek . FR )] | — 4 )
TR AT REA AR S5 IR, TSRS 2 B Ak BBk R
K, AW RN R TEGCENBIRERERER. AT
Sy HEIER A RO S, e TR A R SR
A SRR AT E A R, T S A AR B, A A
Bl b ¥ F B, 3E4T £d5 2 P (data mining) F1 4
431143 #r (A machine learning). B % K B i A% i £
K, AR s, BUR BRI AR K E—H
T H. SIS &S ARG B EOR, seikit )
P2 o AT S 2 5K RO SR o A B, AT
T30 AR T LN S 0 A A U B SRR, LA

B

) FRORE F RS 1 10 5 R 28006 5% I FH T LU R4 Rk 1) 4
fe. XFEA BEIRR 5 R & 47 8] (chemical space),
B 2% SE I e BRGHEPE vE BR AN MR H B,

AR R, 5 & E U B IX — 84S T K&
SCREAI G, 56 I BURF N AR M &k, 12011 4F
& 0 2 1 <A RE 3k ER] ZH 1 K] (materials genome
initiative)” ", 5 318 ik 4 B4 R E0HE P R I B &
V& 3k 20 BIF 2 9 . R4 FE T 24 B (1) Ceder R A5 21 2
KAT | “Materials Project” 5l H , 115 1 K& LA K
R IFTN T — R AV R VR AR B AR K
2 NorskovZE > ] Catalyst Genome i H & 1 3¢ 1M 4L,
FR I L. e Ah, A S 4 K 5 2 Sk [ Clean Energy Tl
H P DU 58 K25 N IIAFLOW (automatic-FLOW for
materials discovery)”", 74t k2% ) OQMD (open quan-
tum materials database)™™ %5 . Wk 83 H2 < Hb °F 282020
(Horizon 2020)" 3 H S #¢ 1T H AL KA B2 5K M
BFEZ L THREHURE S 58 L B R B T 5 7V
TE R S I g o R A P, DU R £E
TR ) 55 4 g, e B B i SR IO B T
Mazari Z(#% [l MARVEL (materials’ revolution) 35 H ™),
7 [ 5y v B7 5 B 500t 9T BT Scheffler #(#% 1) NoMaD
(novel materials discovery)3il H P Kz A1 Ak K4 o0t
S5 RSP [ )i 20257, R AR, B
LR R b R IR 1P 20164 [ K
BB TR R ) SEJ 7R3 R TR G B R
53 E AT BT X J7 mAEM R T
R BRI R K FERTR, B BOR SRR —
AT E A SR A A

Cheng J, Hu P. J Am Chem Soc, 2008, 130: 10868—10869

Greeley J, Norskov JK. J Phys Chem C, 2009, 113: 4932-4939

O 0 N N W A W N~

—_
(=]

Michaelides A, Liu ZP, Zhang CJ, Alavi A, King DA, Hu P. J Am Chem Soc, 2003, 125: 3704-3705
Bligaard T, Nerskov JK, Dahl S, Matthiesen J, Christensen CH, Sehested J. J Catal, 2004, 224: 206-217
Cheng J, Hu P, Ellis P, French S, Kelly G, Lok CM. J Phys Chem C, 2008, 112: 1308-1311

Norskov JK, Bligaard T, Rossmeisl J, Christensen CH. Nat Chem, 2009, 1: 37-46
Norskov JK, Rossmeisl J, Logadottir A, Lindqvist L, Kitchin JR, Bligaard T, Jonsson H. J Phys Chem B, 2004, 108: 1788617892
Tripkovi¢ V, Skulason E, Siahrostami S, Nerskov JK, Rossmeisl J. ElectroChim Acta, 2010, 55: 7975-7981

Greeley J, Jaramillo TF, Bonde J, Chorkendorff IB, Nerskov JK. Nat Mater, 2006, 5: 909-913
Lee J, Urban A, Li X, Su D, Hautier G, Ceder G. Science, 2014, 343: 519-522

15



K= E
BlER=

1555 REVRARE BB — 1 SR PR

27

28
29
30

31

32
33
34
35
36

16

Mckinnon W. Insertion electrodes I: Atomic and electronic structure of the hosts and their insertion compounds. In: Bruce PG, ed. Solid State
Electr. Cambridge: Cambridge University Press, 1995. 163—198

Aydinol MK, Kohan AF, Ceder G, Cho K, Joannopoulos J. Phys Rev B, 1997, 56: 1354-1365

Chen H, Hao Q, Zivkovic O, Hautier G, Du LS, Tang Y, Hu YY, Ma X, Grey CP, Ceder G. Chem Mater, 2013, 25: 2777-2786

Wang X, Xiao R, Li H, Chen L. Phys Chem Chem Phys, 2016, 18: 21269-21277

Ong SP, Wang L, Kang B, Ceder G. Chem Mater, 2008, 20: 1798-1807

Wang Y, Nakamura S, Ue M, Balbuena PB. J Am Chem Soc, 2001, 123: 11708-11718

Parker VD. J Am Chem Soc, 1976, 98: 98-103

Hiemstra T, Venema P, Riemsdijk WHV. J Colloid Interf Sci, 1996, 184: 680-692

Sahai N. Environ Sci Technol, 2002, 36: 445-452

Cheng J, Sprik M. Phys Rev B, 2010, 82: 081406

Cheng J, Liu X, Kattirtzi JA, VandeVondele J, Sprik M. Angew Chem Int Ed, 2014, 53: 12046—12050

Resta R, Vanderbilt D. Physics of Ferroelectrics. Berlin: Springer, 2007. 31-68

Hammer B, Nerskov JK. Adv Catal, 2000, 45: 71-129

Huang SD, Shang C, Zhang XJ, Liu ZP. Chem Sci, 2017, 8: 63276337

Ghiringhelli LM, Vybiral J, Levchenko SV, Draxl C, Scheffler M. Phys Rev Lett, 2015, 114: 105503

Lejaeghere K, Bihlmayer G, Bjorkman T, Blaha P, Bliigel S, Blum V, Caliste D, Castelli IE, Clark SJ, Dal Corso A, de Gironcoli S, Deutsch T,
Dewhurst JK, Di Marco I, Draxl C, Dutak M, Eriksson O, Flores-Livas JA, Garrity KF, Genovese L, Giannozzi P, Giantomassi M, Goedecker S,
Gonze X, Granis O, Gross EKU, Gulans A, Gygi F, Hamann DR, Hasnip PJ, Holzwarth NAW, Iusan D, Jochym DB, Jollet F, Jones D, Kresse
G, Koepernik K, Kiigiikbenli E, Kvashnin YO, Locht ILM, Lubeck S, Marsman M, Marzari N, Nitzsche U, Nordstrom L, Ozaki T, Paulatto L,
Pickard CJ, Poelmans W, Probert M1J, Refson K, Richter M, Rignanese GM, Saha S, Scheffler M, Schlipf M, Schwarz K, Sharma S, Tavazza F,
Thunstrom P, Tkatchenko A, Torrent M, Vanderbilt D, van Setten MJ, Van Speybroeck V, Wills JM, Yates JR, Zhang GX, Cottenier S. Science,
2016, 351: 1394

Ward C. Materials genome initiative for global competitiveness. In: 23rd Advanced Aerospace Materials and Processes (AeroMat) Conference
and Exposition. Charlotte, 2012

Jain A, Ong SP, Hautier G, Chen W, Richards WD, Dacek S, Cholia S, Gunter D, Skinner D, Ceder G, Persson KA. APL Mater, 2013, 1: 011002
Norskov JK, Bligaard T. Angew Chem Int Ed, 2013, 52: 776-777

Hachmann J, Olivares-Amaya R, Atahan-Evrenk S, Amador-Bedolla C, Sanchez-Carrera RS, Gold-Parker A, Vogt L, Brockway AM,
Aspuru-Guzik A. J Phys Chem Lett, 2011, 2: 2241-2251

Curtarolo S, Setyawan W, Wang S, Xue J, Yang K, Taylor RH, Nelson LJ, Hart GLW, Sanvito S, Buongiorno-Nardelli M, Mingo N, Levy O.
Comp Mater Sci, 2012, 58: 227-235

Saal JE, Kirklin S, Aykol M, Meredig B, Wolverton C. JOM, 2013, 65: 1501-1509

NCCR MARVEL. http://ncer-marvel.ch/

NOMAD. https://nomad-coe.cu/

BBDC. http://www.bbdc.berlin/start/

VEVE, 1855, BUBE AR, MROZR. RS, 2015, 33: 13-19



RE R L 2018 4F 548 A5 1Y

First principles simulations of energy materials
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Abstract: Energy crisis is one of the major problems that China is facing, and energy materials chemistry plays an
important role in addressing this critical issue. There is little doubt that computer simulations offer a useful means
to help advance energy materials chemistry, complementary to existing experimental tools. As yet, a variety of
computational methods have been successfully used in many related areas of research such as carbon based energy
chemistry, energy conversion and storage, solar energy, etc. Here, we briefly summarize some recent progress in
computer simulations (in particular, first principles methods based) of energy materials, aiming at identifying the current
limitations of computational methods and the areas that require further investigation. Finally, we give an outlook for
future development of computational chemistry in application to energy materials chemistry, and suggest a few possible
research directions, bearing in mind the ultimate goal of computational design of new energy materials with better
efficiencies and lower costs.

Keywords: energy materials chemistry, theory and computation, computation of interfaces, simulation of external
fields, data analytics
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