Tokyo Tech LigiE AT

2022 %7 H22H

HEIEXX®
LEERE
Rl iR A% 4 (UST)

[CRIERROERILIERET M- BRERET 1
~IEFHTT T X~ T CO MRl & KR E~

[ZA]
O 2050 FH—AHRy=a— N 7 NAL2ORIEBITE T 5 CO2 HRHLE I & BAFE
O 7 A9ICXH>TCOBZARLTENTDH I LT, LI EEEDD Z LI
O 7T X~ L E&eEoW I G %, EBM - SHEMICSEGE

(=]

HIRTERY TPt R ORI EHRE ., % 47 3 > (Kim Dae-Yeong)
Keebed (LR 2 £4), dbE KT AR = 2E T O ) ZRth e
o7 V—71%, " EbrFE (CO2) DIRITTIGDNREZ L ST X<

(HFE 1) S L > TRE BT D Z LTSN Lz, ARBFZEREIL CO2 D
BEEASLERE L TOAMEH., RERE~OEBRIZ SRS EHFIND,

2050 £ —Ry =2 — F I AR OFEBICHT, BEFRT XL E—Z2 N
T COx & —Mfkk#E (CO)., A% (CHy. A% /—/v (CH3sOH) 72 EHH
WVE\ZHEHL T D EAN ORI N 2B ThH H, L L, CO2 0 FOEMREE D b
T DT LEMN., MOSZERM EOREE L 7> Tz, R NV—T 1377 X<
IZ&E 5T CO i T2 BINMICIRBYRIE (HEE 2) 752 & T, KISHEDOEWWHE
BICETHZEICERL, VI AYE2EAIE RN MBS ZEITSE D
B OCRERFE L, ZORISREHWTT 7 A 2EH ST 2 & T,
CO2 BILIISNFENEEFFIEOR S EETCTH LT 2 2 EiETH L& & bHIT,
fiblht & 77 X~ O FOBIN bR LTz,

WFgERRIZ 7 A 21 B, KEMLFEE [Journal of the American Chemical
Society] 2 T4 ITHEE E LTSN,




O+E =

2050 FEDFEMA AL SND [h—Rr=a— kT4 OEHIHIT, H
AFRE= R L X —Z HWT bRk FE (CO2) & —ft{bikFE (CO), A & > (CHa) .,
A K 7 —v (CH30H) &Wo7oHHWEICHERR T 25 INOMNSINE2E TH 5, L
ML, COz Z AW UNMZEB W TIX, CO2 DOXFRED B O EAIRAR IS 23 K & 7eki
BELIRD ZENHBNTWD, ERREE T XX - LZETELL S50
72, R FEMNEEFHD LT DICTRET DHHNEND D,

—J, COx ZIREIR S D &, D THNOEFORENE( L TESENRE L
KHEELZZEDRMBNATND (K1), ZDOBR%E CO2 rHaf i iZiE T4 D 5T -
BRSO REEDL —FH, WELERBERIEICE EF-> T, FEA~DER

R TIZIIE - TR o 77,

FROLIRERERDOL &, KR N—T13T7 T X~ %ffi-> T COs 21BN
BN 3 2 & AL DOBIRITEY Mo & & BT, ENO EMAE DY
TR RIGSRER L, 77 XA~ T 5 -OIZiFBE R RV X —2FHT 5
7o, BAEMRERZ ALY —2EHEEHT S22 L HAETH D,

. 34
cone i, / ) v

u 2b, v
eeefll ZHusz ]
1a, &2
*—e !—x i, 6a, m
mm 1n\,<5a‘ v
- 3

3b,

@ 45, 4a.v
e oy, a2
e——

Linear Angle (COy) Bent

XK1 CO, N FDHE&E LN FEE DR R
SFRNDOEFIRENETILTHE. ERRMSOOITNN - 1BE LY RIGENERT S,

AR S

[ LW OSSR OFRF# ]

AEFTACBE S L2 FEBRR (K2 £) Tk, BUSENIZ COs & Hy DIRA T A
MBS E, BELEEZNMZAZETT I RAEREIEDL, £2. SRIOKRIZ
MW7z PdoGal/SiOs Ak 773, T Dk HALD H AT L - TREMWIEEE L
TIRREIC e D (RENE) ZEDNKRERBTHSL, 20X ) RBEEHRFHICLEY
FIZiE, COs DBEITLT B EARRBGWRETHD Z EnFETFT NG, TRbLTT



VI E S TRINERET DIF EB XNV —DHEDN LI L 721 | ZC%LZ’)%_W
4JI73>7L£< 2D ERISPMEIELTLE 9, £ 2 TAHRIBAS L7 F2EE 1T 8 WE
EREEE O, T AYAERIERREEBYED 7 T v 7 AT 5 Z LT, %3&31:1%
A D COLMRMESDFEFEN TE 5 L Hi%EF LTz,

ﬁ
!

1 456789 Pd,Ga(203) 2 pm
*ﬁ%b‘/f Z (nm) d=189A

X 2 ()EEBREEDOHEE. (5)Pd,Ga/Si0, &£ filli¥d HAADF-STEM {&

EE REEBORCTHEEAENITHRE (RAE ) EHAL-BE
{8 E A SR FS : https://youtu.be/fFoyPbmWRvU

L EABIRS : https://youtu.be/AvauMq86LTA

[5r3E8 % AV 72 CO2 DZITKR]

A RIERA%S U7z 32k AL E A2 T CO DIBRITLSZIT IR o T R, 77 A< %1k
AN MBS S ZEITSESD Z & T, CO2 D CO A=A R E < [\ BT
HIENFEREENT (M3 ), T AvDOFEOIESFMR ELE LN B


https://youtu.be/fFoyPbmWRvU
https://youtu.be/AvauMq86LTA

MEEDT L ZAH, TITATEEMSERVWGEIZHRT (B\oRh), 77 X~v%
TER SHT5GE ORISR RITHER TR 3 f5M LT 25 Z Ei3bioT,

COz SUHJE TER Z IR O EIZK L TT V= X7y b (& 4) %
i< &, BSURE 7T A BOMTHIEIC XA TE D (M3 4), COmmFIZHd M
RIRE =R LF— (8 kd/mol) 525 L. Thi ERIDIEE LT XL F—DIK
T (80-40 kd/mol) 7% CO2 DEAFIREOZE(LIC L~ THIeb a5, HEE=*
X =D, ROSHEEITS U THREPBIERIC BT 2720, [RRTHLRE 2
POSHE RGO D, ZD &9 7 SOSHER T F SE 0 O 53 T #FFE-Crt A2 &
S THREES NV TE 72, IRENREE 2 Rhikd U 72 IR PR iR 2 TRRICHI 42 75
BIZOWTHE LIEEHIEE DD TORL HEFRICERBOREWVEREF A D,

70
3t e 10 wt% (100 kHz)
“ 10 wt% (12 kHz)
2+ ® 10wt% (&)
] e.,
=
< Of
£l
2 3 wt% (100 kHz)
3 wt% (12 kHz)
-3} 0 3wt% (%)
0 1 1 1 1 1 1
280 320 3@2 400 440 480 1.3 1.4 1.5 1.6 1.7 1.8
mE (°C) 1000 T (K)

3 CO BRI % (). L= RTAYM R) . k RIGEEEH. w g FTIES,
[RERE ML H AFE 200 cm®/min (STP), Ho/CO, = 3, WHSV = 3000 cm®/g/h (STP). [£
F$1:15 kPa, B/1:30 W, B 3 wt%, 10 wt%ld, Pd ZEE(CHEHLI-AIEIEEFE, 12 kHz,
100 kHz (TS5 X EHA T H=-OICALVE=EBEEFEOH N EKREK.

[7F X< L &&itDHEDROBLIN]

Pd2Ga/Si0s &tz 77 X~ 2 ER S ¥ 723 & insitu (HFE 5) RNy
FoHTEATH & (K da), 77 A~ L FIRFIC Pd ICE L7z CO B — 27 23 EREE
(KT D, 7T A~% OFF I2F % LFRIFFIZ COVTAEMR SR 2D | BASULT
1% COL D RIE T CTE DIF BN EEZFEHL TS (K 4b), CO2 & He %
RHNZHBEEDL LT T AL > THRAERD TH L HIET + /L A — ] (m-
HCOO : monodentate-HCOO) WAk =#15 (¥ 4¢), X 4b T m-HCOO @ &' —
T RBENI2NDITT T A< L D m-HCOO DAL & HIED & HITHE W=D T,
—E O FOSZFEN I LS (DFT) 12 L 285 CRAE S vz,



C

e LL0T

.4
v

2200 2000 1800 1600 1400 2200 2000 1800 1600 1400 2
K (em™) EH (em™)

4 (a)in situ T2RXIFNDHEILOERK. (b)Pd [ZIRFELT- CO E—VDEREZE 1L,
Pd,Ga/Si0; IZTFS X H#ENMLT-BERE (8 43< t < 16 43) 12 CO E—HV DA EMARERR
TZE%,C0 DE—ILMERINGLDIF., PEEBYDOEREFHRNELITEN-HT
HBEEZBND, (c)H,, CO, ZEMTREICHBIEDEREREDFIEICELY m-
HCOO M&EREN S LEH&REE,

ST B OB RRFH R ORERE b L2, AEIOMIGRIZE T S COET Y
0t AZOWTELREZITR - T, PdoGalSiOs A&tz 5 & COg & W5 /K
AN EHERIGT 5 Eley-Rideal (E-R ) i T m-HCOO 234/ L, BRIIZ CO
FE BT HRUSRENE I THHZ EhmRanz (X 5), WENEARS Pd &
Ga NEAF LUV Tt L= A4tz L v  E-R AN G 2Rt 5 Z ENEET
Hb, 77 X<E COs ZEEEIE L T m-HCOO DA & IE+ 5721 T <,
Hy H15ME L T m-HCOO O3z {eE LT\ D Z EAURR SN2, ZOH =72
T, 7T A E COe A Z# x—v a YR (HEE 6) [ZEE T 2 522
rhz . BECRE 25 RIZE L LTV D,

7T A< AER ST 5 in situ XAFS (X BRIt ) 2#FEiEL., 77
A2 XD EBMMEEORE LA 10nm L FO A7 — /L THIEEL TN &
DERTE, Ga O Pd, Ga i k72 EbAE L TRy, DFED | I X



IIEE I e  IEMRREMEIR Th A 2 L. E B Lo REIC 72 D X 95 Ik
EELBAELT TN EWS | T¥EEX DD CTEELRMANS N,

A H, (9)

€

& H®O® C®Pd®Ga
CO,V. 1?’ . m-HCOO

Pd,Ga/SiO,

.d
CO(9)

H coverage
decrease

H atoms
spillover

COp i
COLi _" / b-HCOO

5 DFT Bt EHFKRICE DT X Kb #48 (Pd,Ga(020)) o

H-0 (9)

Q5% DR

TT AT Lo TR A 2 D CO 3 RBUG A EBLT 57217 T <, A
BA%E L7= insitu AT FEIZ LV 7T X~ LRI 235 1) D EME F B8 % iRt
L7, ZHUCk Y, SOSHIEICEE > EN 72 iR %2 5 2 . B kiR &
Ofg#tE R LT,

—HED R FEE COo/CH4 ' (COg + CHy = 2CO + 2H2) BEL N COg A X % —
va UG (COg+4Ho=CHy + 2H0) (ZJSH L. KIE 7 SOSMEERD F 2 fid L
7o AXX—a UNINET T A= Lo THEIREREIN AIRE T, B S TIXIEME
DM T & (CH4 IR 14% : AR FE 250°C) . CH4 U EE 64% (LG FE 250°C)
15 100% (IR EE 300°C) A ERK L7z,

7T AT Lo TR T v AOE T 3L F— (KA A BB AU, Bk
JETIERIE TE R WARSEMEO R E0, 7rE AMOEE I A~ v FITERK L
Tefie DK ZMRIE L, ZEMEFAEFRET XL —D(L T vt A~OREEA
EEBITX D,

S, BeBA DRV ETEEAEEZ B L, iR EHEs 2T o2 & %
HfELTWD, A7 — 7 v FIkHG LT 7T X< il SOt O S2EERFIEIZ L 0 |
CO: HEWAL - BOFNHE ML L —Rr=a— I 20 RBESRICE
[NE RS

O fFiL

ARWFFEIE, PR BEERE (JST) BEIgrIAENTJEf#EtEH € (CREST) IR
77 X~ &g & LICBE BRI SOS O RN (WHFERERA « BIRETEE) O3
2 CHRM STz,



[HFEHHA]

(1)

(2)

(5)

(6)

FEE T X~ . —KRIZ, BHRE>RIEIEREDIRREICH D 7T A~ EIE
W75 X~ LR 5, BEICIE, 7T X~ BN IERRCE < i OB TiA
DMREETRN, BFRESHN~ T AT )b« RV < 3R TR,
JF T+ oy - DO NER AR IE AN AR LY < L AR RN b a7 & TIEEAT |
T OEWE LD, ARTITHICT 7 A~ M1 D,

RENGHL : ) FIC= RV —% 52252 LT, D EBRT 2RO O
BRSO AEDOEANKEL 0D 2 L ARBE L W), B8 x
XF—FE&HMEEINTEY | BMHEFEIIS L TEREVDEEZ LD, 77
A= Tk, BFEELSEFH L To 2Bk c& 5,

FBEAEANY THE  ISOBMBNCHT T A7 & Ok GEENR) /A
L. RitEEBEEZANT S Z & TERESNDIEEE T T XA~vD—EA, 4
VDA, (18394F) 120 % % LSiemens?31857 HFER L -, Ir4E
FARER T, IR - REEICH 7 E RSB A 32 D R & L TIRL
FIHETW5,

Tl=gR7ay b RO EERZ SOSEEOMBICR L TRR LD
DuETL=UATry bW, HFTENBYDOEMRICRD ZENEL, £D
HEEHIEML RV —%KD D 2 & TS OEE &5 E O BM%
ZEAMTE D, ISHE D TRRRICAFBFEOHEEIZHW B D,
insitu: 77 VBT 1208 BT 5, RISHET L TV 2 AR
EHEL NS EERLTWND,

COs A F#X—a VRt : COsE Ho b CHaZ AT D e 7T 2 AD
(b5 % Paul Sabatier (19124F 7 —~UULFE) NRERA LD T ¢
TN EbWbivd, COZEWLT DIRRFEFINTE L CEFEEZED
TW5,

[FRSCiE#R]
Pe#EE « Journal of the American Chemical Society
L% A ~/L : Cooperative Catalysis of Vibrationally Excited CO2 and Alloy

Catalyst Breaks the Thermodynamic Equilibrium Limitation

%% : Kim Daeyeong, Ham Hyungwon, Chen Xiaozhong, Liu Shuai, Xu Haoran,

DOI :

Lu Bang, Furukawa Shinya*, Kim Hyun-Ha, Takakusagi Satoru, Sasaki
Koichi, Nozaki Tomohiro*
10.1021/jacs.2c03764



[FV& k]
HORLERT L5t sk 2z
Briey
Email: nozaki.t.ab@m.titech.ac.jp
TEL / FAX: 03-5734-2681

bt R R SRR R
)1l FRAh

Email: furukawa@cat.hokudai.ac.jp
TEL/ FAX: 011-706-9162

(Bt B Lia% 5]
FORXLERY: BB TR
Email: media@jim.titech.ac.jp
TEL: 03-5734-2975 FAX:03-5734-3661

ALHEE R LRI LR
Email: jp-press@general.hokudai.ac.jp
TEL: 011-706-2610 FAX: 011-706-2092

PR FH R B AR
Email : jstkoho@jst.go.jp
TEL: 03-5214-8404 FAX:03-5214-8432

[JST F2I2BT 2MWA L]
B HEATIR B WIRTITEHER 7 ) — o f ) NS g v T
WEAK D 5 -
Email: crest@jst.go.jp
TEL: 03-3512-3531 FAX: 03-3222-2066



