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SE R RN BN D3 2R T T SRR AT BT AL 2 TR
AR

ASCHF 950 BAR B9k E (CNT) Flla-AlLO,
1ER# AR, AEPAEL B nE, L eI L
AR 2N . EHERRPARIAR M 5, @i sh
SR RNEE VT RS (DFT) i85 R AL X B2 fiT 5
(XRD). AAMEFHREE (H,-TPR), SHAFETF T+
w5 (TPHD). M@ 7 FHE M (C,H,-TPD), X
SHGHL T RERE (XPS) HTX S 2R W AL Y it 45 S 0 4 R
FAGE S, 82T BRI R e PA gl K kT % A AL
PERERISE I, o T MURE R Pd RS R B A i (RJD
R A% 100 1) S A B A0 PR T 1 O 4 i 47 3 R P A g oK kL
AL A PERED o

2. EWRAITHEAEZE

2.1 fEAL SR 2%

53 M EACNT Mla-AL O, NEAA, KA EIL & Pd
AL, Nk, $%E2% (FESHD KIPd7 &
HE, B — B 1 S R BT SR A4V VR 43 IR I TE 2 g i
FICNT (b RERHEA R AR Ma-ALOH . ¥4 Fr
AT ORAARTE2S C FE4h12h, RHEFHFAEL00 CF
T2 he ZJ5, KRTIRKAELE160 C ik 5 LT AL
PEREMNAA M RAE . ¥ Frf3 CNT i Ml a-AL O, 713k
PA AL )93 3 Z2 7% N PA/CNT FiIPd/a-AlO;.

2.2. FAE

FIH HAJEOL A ] JEOL JEM-21003% 4 i 7 i
fBE, 7E200 KV Inis d R AR HEAT IS 5 T R
WA (TEM) FIE4#8% TEM (HRTEM) IEAE, A
1 PARURCRLAR FMEALFTES 3R A 1 S an B s A
ISR . F 3 [E Kratos 23 5] ) XSAM-800 5 H, 1
Re 1 ACGRAEME AR I PA L 1 T, ARHEC 1sifIfr B
(284.6 eV) XJHTA KA P 3d XPS ik 45 & Ak AT 1L
F. £ LR SHEE (Shanghai Synchrotron Radia-
tion Facility) fJBL14W1Zkyk |, LAPASEAIPAO y&3%,
MRS B PA/CNT A1Pd/ALO;fEPAd Kil (E,=24350¢€V)
1 X I 2 W ORG24 0 1% . (6 Athena B #F Fll Artemis 3K
AT HAE PR ORI AR B [21,22]

f#i FH Micrometrics Autochem 29204k 2205 Ft 43 4%
CERD SHEAFHE4TH,-TPRAITPHD I, %401 {X
Bie £ S AT M 2R (TCD), HAR WL Jeai TAER A (1) id 72

[8]c XFTH,-TPRIMK, K£1200 mgflFf i 2% 17EU
RAHEN, HAE10%E /@A FLA10 'C -min™!
BTHEEZ, FEES 4S5 CTHE 2800 'C. X FTPHD
Mk, BZ1200 mgkt FHfE160 'C FikJE1 h, RIGHES
SIES TR RAHIEAS °C, BiJa, M@/ SRR b
45 min, PAERPRISEPIEDIF, fRJELA10 C -min ' [1)E
KNG HRE IR E 45 CTHEE400 Co FIHTCDR I #3
53 Hr TPRATPHD A2 i i Hr &g #2 . C,H,-TPD A Z
HEFRATT 2 AT ) AR [19]32E4T -

Ji A7 XRD K {iE 52 7E #& [E Brucker 2y w] [JD8 AD-
VANCEfTHHMX EdEAT, HA120910°~80°. 15 5k 7l
FESHATIC SR AR BE, SRS ERA A Fn#ZE200 C
FEAEFE30 min, EA X ZE25 CJ5 UG AL XRD I
AR B /el R e E AP R EF30 minik B £
5E, B 10% 20/ ARF30 min, BESE H A A
AFE30 min (FEIXEEPIRAFIESREXRD G ED .. &
Ja, BFERINAAZE 100 CHLRFE30 min, [FIFREXRD
SR, SE R BRIR S AR A

2.3, fEHTIE

FFH 25 [E Altamira {88 23 7] [ uBenchCAT AN 44 J¢
IR R ] 1) e I U A R R A A RE R AT DF
iy, FREXZ120 mg AT, 51065 &R A R iR G
SIFREEIEAE I N, FE160 CHIESAS NIEJR2 h,
RIEEARAA NAHERNIEEZ. BE, KBS E1%
LR 3% 20% LI FE N1 S B OB
TRAAARLL120 mL-min ' FOFEE S N8 SN
FEYE L AC % TCD AT # I Micro GC 3000 f 28 S A €1,
WA (FEE Inficon A W] AT 04T, SRAHLLT R0t
BB RN 2T IR B .

_ Ce,n,, inlet — Cc,,, outlet

XoH, = - 100%
CHy Ce,n,, inlet x
S Ce,n,,outlet — Ce g, inlet
GHy = Cc,n,,inlet — Cc,u, ,outlet

2 x[Cc,,outlet — C¢,,inlet]

Ce,n,,inlet — Cc,y, , outlet
A, CARIR AN PR A U )i 4L 7 i P2 i,
Ceny inletFCeyy,, outlet 53 il 2 N FIFIHE S LRI
JEo X, MSc,, 3IRE LIRETFALR M LIG IR 4R
PEFRAVEAT IR LS55 (8], PA(111)RIE LMFAL I 2%
PEAE 5, PRIHORE R A IR B M3 2 Bk AEAL )R PA(111) Ji
THT LS BTSRRI AE SN R (TOF jgive siee)»

}xlOO%
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BI/NFIPA/CNT LIRS 3 5 502 % 1 Z BT IT[8]

2.4. DFT 4

AT DFT i+ 5. 3% H VASP (Vienna ab initio simula-
tion package) 45 . Kohn-Sham ¥ bR & i~ [
PRI, Wi E 500 eV, THEFHHAH
TN (projected augmented wave, PAW) VA
AP R A A BAE A (23], R IR T
BRI ACL ¥ Perdew-Burke-Ernzerhof (PBE) 32 BB
BRR LG R IR AR [24]. I Monkhorst-Pack J7
VEI251FE 55— A LN X N IORE A AH AR 2R A S TR Y 4
FIRFHS x 5 x 5H15 x5 < 1k, ditgfifbidfEd, i
SRS AE A v 152 11/ F0.05 e V-AT HEBE
H/NF1x107° eV, it dimer J7i[26] 4 R AR T MK
H FIR RS T IS W REE o I TH A A
Eis = Eagsorvatersian ™ Eadsorbate ™ Etans Hr, E gsorbatersiab Eslabﬂ]
E aorvare 73 M VR B I3 AE SR TRV B IS A B T 2 . SR THIA)
Y e B B AE B T AR .

WGP R A R T 2 [ A AR, R
FiBader H, fif 73 #T[27]K % & 2% Bl i 5 B 7 8
faf, ZErHMIEE (Ap) HARAp = Ap[Pd(111)-C]-
Ap[Pd(111)] =Ap(C)it5, HArAp[Pd(111)-C].
Ap[PA(111) I Ap(C) 53 sl AT )\ TR R B I T Bk
JE TSR PA(111) T [28,29] A7 AH B 2 i 47 B 1)
Pd 5 AT AH R 2 A7 BB i1 1 FRLAT 85 o X T
KI5 ZIdmPp 2 A 7475, 225 2 FE
Ap = Ap(molecule/surface) — Ap(surface) — Ap(molecule),
H. A Ap(molecule/surface). Ap(surface) #1 Ap(molecule) /&
W B 2 1/ 2R A FR L S TR AR 1 DA S 20 S 1 B ) EE

3.45R5141E

3.1 FAAR RN J HoBh T S ff R

1 (a) R T Rk R 6 PAiE 1L 26k 2 Ina
MIFFE . MPdRZRRNE, CNTH MK a-ALO, #ifk
FHEG, HAIPAEA A B S I TOF e e 22 3R
PRVE N R SLB) 7 EAFAE R T L TN . 1 (b)) FIr
NHIPA/CNT HMIPd/a-ALO AT XPS e iR BH, Pd/
CNTALTEA FARMPA 3d,, 45 A fE. Jeni kT PdH
FRRSLRT 20 Ak BN ) 5 e R RFF 92 [9,30—132] K B,
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BT IPA/CNTHEAT B SR B 55, 25
Z 3G AL S T ARG 2B A, Rk, Pd/
CNT AL 71 A FHXT 5 8 TOF e e 1L o

NT MNBh 75 A B PA I T RN HEAT b, K
B NERRE (E) BEPARIZRRIZAL I RIEE, 5840
K1 (a) FronfIk &z, MEHRIH, Pd/a-AlLO,
I E BT PA/CNTHEALT, Ui B Pd/a-ALO; {4k 7]
BAE A EE. SR, 887 E 7R U6 Pd/
o-ALO, A7) B35 1 7 AR TE s A I E . CILPH S A
FIEIS2), fH19PA/CNT i 4b 77 2 BT i v

Ak, FEEL (a) o, BUNRAR R PAMEAL T EL TR
AR BT R I H T S I TOF e sie fH o X FRE S
IR PE B[4 % [8]. 1 = FH A K RIAR (I PA/CNT
fEAbIRIPd’ 3dEE A REAHT, EfHBAHND, FRERDE
R ZESF R BEEN SEH Z 7 S8 maEE A
G TR N ZE ST 52, XEMALFIN T L 2L
N (AR MEFXIR. S5ZAHEE, jrmA
RAEE /N PA/CNT AL I AT Pd/a- ALO, HE AL 72 A7 T Ha
TR T X 38

LA DSOS AN S8 — A G5 R U S S
T HAZE — AN B B NI #E[1,5-7,33]0 FEAN[A] B i
BER, PR RN LB A SR ) 328 A 1 5 I
WK1 (o)~ (). EIS3 (MFtRA) Fivr. 5Pd/a-ALO;
TEALFIAI LG, PA/CNT AR L H 5 s 1 2 e 4h R
2k P X AT AR BT PA/CNT 4k 77 B AR 1
Pd’ 3d,, 45 & Re el T AR 20 BRI B 9,30-32] .

[FEE, EREIT (d) AU g2 30 P Fh i A0 77 1) 2 0 e 1%
PE5 RNE 2 [MAFAE AL L B R $R sl 2
AR R EEAR R, R, T % R OB R AL 5
PUEREME, 5 AR LIRFEALZA M /KPR B 40771
LR M. PR S AR Ik R h a1
(e) i7n, PA/CNTEALTTI £ )ik 5% = T Pd/o-ALO,
AT SeRTIF (341 R R, — T, LRk
(IHE = AT Be 5 CMTE B SR B T BRI 58 AE 0%, AT
Bij 1k M e BE NG S — U7, SHRIE R I AR T
e VR T U 1 £ R T 783 e P ANV e IR AU RO R THI 7
BE, M SEGSE A . XaTHELD (o) HakidkPett
55 5 N 2 TR PR sz L il 2 5% R EIIE

El1 (o) W ZImMC, IS LHEAL R R
ZEARITR, 1% 3 B i T e A 1A BT P R O
FHIE,  BRFRATIZG AT CAE (8] h BRI PA(111) K. AP,
Pd/CNT AT C 3k B 1 5 2 PG 1h 26 2 8] R AH S 1
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El1. (a)30 C FTOF, . M E, HPARIF IR R HIZE: (b) PA/CNTHIPd/o-ALO HEFIIPA 3d XPSHGil (J5 4G Pd/CNT AL 77 40HE B 3 F2A41 T LATT
TR 2k (o) FIZBikFEr: (d) FESIERE AL IZE: (o) ZkTRtE. ZhaikFMERIC IR IRIE S Z AR 11 06 2 ith 28 [ $iR
kEE (o) (d) DL FEAFIES3]. (a) ¥#HES% CHk[8], £ ACS Publications ¥ 1], ©2019,

FARTELSS, IXAR AT AR B T HBAKIIPA” 3d 454 RE RIS
T LRI RE -

3.2. FAXT AT i 5

PLAE R 92 [9,28,35-40]1 % B, PAMEALFIEA SR
AR EGEREAAR A (PAH), ASH T i
2, St EINEMEERTE . Fitk, @i H,-TPR
M5 T PA/CNT FIPd/a-AL O, fE AL 7% PAH, 4 Fh T
RRIFZIA B2 (a) 1. PFMELLTRIFE100~150 CyEH A
HRHEL TR, X T AE S PAOMIMIIR IR A 5. Ab,
HPJA/CNTHALFIFEL, Pd/a-ALOEALFIZEL) TS C It
PEAE TR, %06 ] REYRE T PAH, RN 0 2 R [17,41-42] .
TR — B, 3B A AT TPHD IR
mE2 (b) frox, Pd/a-ALOMEALFILE KZ)T75 C I
L — MR SR ) A 53 i, T Pd/CNT R AL 755 WL

gLFRE, X5 FIRH,-TPRETF LS B 5. AT,
Ha-ALO, &AL, CNT#kn] LU HI PAH, 405 1K
B X HAERE T PA/CNT 46775 Pd/a- ALO, {46 I AH L
BT S e

J A7 XRD FRAE LA 78 #5474 0T 57 280 P d 9 K ks 45 44
PESR BRI, FEAE Bh T S A7 M AR R S A AR )
BFEARFE W RAT N. B2 (. (D) R ExRT AR
[ 4b BE 251 Pd/a- AL O, FTPA/CNT (I X R D Y 1 5] () 35
AR, EIS4 CILFHSEAD BT BB S5 A 7 R0 AR B2 2144
FIXRD G 2R 7 PA(11) FRAERT S % (JCPDS 46-
1043), AZRFAEFT I I — 370 5 a- AL O, T i I & .
9T Uk BHPA(T 1) T 5 U 0 76 AN [) Ak 3 2% A T 1R 245 M4 0
AR, = YEJFE A XRD S B AT S R AR e, £ 2
E2 (o). (D Prmp—4eEE. 7230 C FAAETAR
Yl AR, Pd/a-ALO, AL PA(11 1) A7 5
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75°C
0.005
0.005]
S5 5
s s
C fey
] 2 s
3 3
% % ———Pd/CNT
N N Pd/a-AlLO,
T e Pd/CNT R
Pd/a-Al,O,
1 1 1 1 L L 1 1 L 1 1 1
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Temperature (°C) Temperature (°C)
(a) (b)
Intensity (a.u.)
Intensity (a.u.) .
31.0 100 °C, N, 14.00
28.0 12.00
25.0
H, =N 10.00
22.0 29 2
19.0 8.50
16.0 6.60
120 4.70
9.3 NzéHz :
6.2 2.80
3.1
. 0.89
0 30°C,N,
38 39 40 41 42
() 26(°)
Intensity (a.u.) Intensity (a.u.)
31.0 |
° 17.0
28.0 100 °C, N,
25.0 15.0
22.0 H, >N, 13.0
19.0
16.0 100
12.0 7.9
9.3
6.2 N, >H, 6
I~ 3.1 f 3.3
> o P 0
TS 30°C,N, || 10
29, W00 ——
) NS 38 39 40 41 42
Mg 26(°)

(d)

E 2. PA/CNT F1Pd/a-ALO, AL 7 H,-TPR (a) FMITPHD (b) HiZk: Pd/a-ALO, (¢c) FMPA/CNT (d) HEAFEA XRD G K] . 45l — 4 &
FH 22 6 B =4S (o) JERE PR (D 58], DAEE B RISt B2 . 75 4 B 70 D4R 8 14 14 711 5 44 B 1) 7] 25038 1

SR ZEAT o

U (1 for B M40, 1°hF2 339.8°, X AT RE & HHo-PdH W) Hh

2018 (39.9°) KT Pd/a-ALO. 4L (40.1°), [FIHF%T

MITE RS RS [43]0 (HAZ, T B U6 5 ALO,(110)
g (JCPDS 81-1667) st 4 ®H &, KRR KT
38.8°4ba-PdH, J¥ A1) B AERA 115 5. [44,45]. Mk, 7E
DI R E AP RE TR 2100 Cla, fiTgtigEsa
£40.0°, XA[fgs2EHPAH, 7S RN, W2 (a). (b)
R 25 i H,-TPR AT TPHD A 58 45 B FT s . MHELZ
T, PA/CNTHEALTIE A R 2 ] W PA(111) AT AL
%, RKPICNTHE A 7 PAH, MIERK, X 5H,-TPRAI
TPHD 73 #r 45 R — 8. EAFEERZE, PA/CNT AL

RIECKHIPA(I1T) S A% (A EE . IXFHELR AT HE 5 CNT 713
(Y3 PG R IBURL A A7 £E 1) UCR TR R 1A 2%, X5
FAGAER 3 3L 18 .

3.3. PA/CNT {0 IR 1) Joy A 1%
Py R X LR ORE L5 (EXAFS) Xt
Pd/a-ALO, FIPd/CNT EALFIBEIT RAE, AR E H R 38R
Bir . B3 (a) NI LA & 2 HPAO AP $ £f
I Pd Ki EXAFS S i (18 FL A8 e 3 . Pd/a-ALO,
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AL I R 2 1A R AE K 292,74 ALbAG — W] ik, w] 1)
J&NPA-PAFE I E[46-48]; JAT, HT PA4KBURLIY
RAFROSE, g EART 2 L PASH AR [49-51]. £
RSt 308 45 JB PA oK ik i, PA/CNT AL FRIAE
1.8~2.2 Ay Bl N Rt Bi b, I H Pd—Pdig HAG HAL
e, T BN T Pd—Pd FWEIALE , %04 WS B 5
FEIRIE[46]. X—I KA AR TPAE T 5% —5%EN
Pd—C 2 M7 1E B EFH[46,48].  FIAXRD i K EoR
HIPd/CNT Ak Hh Pd i [A] BEES AR K, SR B P TRL
FEPEAERRIE T, K3 (a) FiEER. X458
5 ioE 1 45 B — 8 BRI 6P d B b R LE A Ad
o, BRERIA R RS AR (R [52,53] IR IR
ATV R B PARURL H o 4 L\ A 55 [28,29]

K3 (b). (¢) FrRiiPd/a-ALO, FIPd/CNT i 4k 5]
FJHRTEM 5 tRigE it A8 4 (FFT) EUERE, #fb
AL TR R I 4 S PA R AE T i Bl %8, IF HPd/CNT
AT PA(111) K TH A PA(100) R T 8] (1) A LT OR
FEAAR, X R B PAYN K FIURL A 8] BR B 5+ A7
RALAR . X a4k ] 5 EIR EAXFS FIIXRD H0fE — 2.
9 T B FE ] BB S50 e In A B sE L B TN R
K8 T — AN BE R R EIPA(111)-C e AL, FH T4
Az )\ THARPA AL S IR TR SR 7 [28,29] [El4 () .

Pd-Pd

Pd/a-Al,O,
Pd/CNT
——— PdO

(b)

Pd foil .

FF A A 3 — 2D M EE S W SRR R R T A
BOL AR BL K PAH P R I 2R . (EIX AN A, 3
PA(111)FK1H T ke 2 FIR R TR H R 140 F )\ AR AT 2
X G PA(I11)-Cyypgurrace 28 T I3 R 52 VR TR JR 1 (RS2
EAHVLHS, BHIE T HIR 79 Bk e, s, w4 (b
Frs, HIEFHA D @BE AR (i) kR
AL A, B AR XS R B RE 22 80.51 eV, & T i i
FIPA(11 1) R L L hE22(0.41 eV). K, 5a-ALO,
BRI, CNTHEARLE 51310 P A K UL I )\ T A4 AL
RO R IR R T SR T30 T PAHL R T R, (i T
S IME A B 208 S sk WA A 70 2 T i B

3.4, JEPEPERRE S AR YR

WIRTSCATE, 5Pd/a-ALO, 4k A EL, Pd/CNTfi
HIE L G it o mE A R M. T PAd/CNT 4L
FIEABIRHIPA 3d45 & AR P R B3R EE (H
T RERMRRE T, T AT ERPAH, 2R O «
T T AR PA/CNT AR R R P d L SR = 3
Bt Ok RevE e, i — Pl C,H,-TPDWF 7L T
Pd/a-AlL O, F1Pd/CNT AT b 0 7= 4 e B / AW ke
Yo WK S (a) Fias, 7EPd/a-ALO, M AT B b il 22 L,
1£120 C. 240 ‘C F1490 “C &b 7] 43 51l W52 B = M U o

(c)

E3. (a) Pd/a-AlL,O;FIPA/CNTHEALF LA K PAO AP 2 LKL I P KILEXAFS YGilk i {8 BLIH-AS 6 1% . A5 4 B 9 CONT 5 %8 1 Pa gy K Jiki AT vk
KRR s BB 3R ERZEPda-ALO; (b) FIPA/CNT () LIS HRTEM FEIME LA K AR R [ BRg 7 A5 3 (FFT) B4 .
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(b)

E4. (a) EEMERE T MER T EPA(D) A A e WA (b) ZUJE 5 M PATT) T RTPA(L1)-Coyputace 2 HI 23591 ) R HIY LI REZ2 o

A
~ / %
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] g %
AP A Y PA/CNT
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k) M |
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S i
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Temperature (°C)
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Pd(111) PA(111)-C, cutace
(b)

(c)

()

E5. (a) PA/CNTHPd/a-AlLO,fi# 1t 7 HIC,H,-TPD B £; (b) Z 4 FEPA(11 1) FIPA(111)-Cypgurrace 25 T FR 55 A 72 W B 1) Y 1% A0 R B W BT RE 5
PA(111)-C e 2210 (0> AN (D VBT 2T 14 FL A7 285 B S0 A (K0T BT IE AL o Z8{E THI 2L 0.003 e- A7 4T e Rt 6 S5 A 1T 43 il R F

T L R AR

eI C,H,-TPDWI AR W], fEmin ., W OHmE
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