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1. #&
IR, Rkt BR/etb 2 0B OT=0HIZ, CO, & L
EMNCH AW E T DI OR 3 B AT
eI Tnb, B CH CO, ZAKFEL LT CO Iz
Bad D WKMEH 227 MRWGS)GZ K » THRK
T 5 CO I, RILKFERA Y ) — NGO I b0
DOFEIE LTHOWONS 2 E, TOFHA®RIZZIL
WZbi=b, L7225, RWGS K (CO+H, —
CO+H,0 AHs=412kImol") 1%, WEILTH
L7202, MW EREZEDITIEEREZLE LT 5,
SFD, ML ED TR LX—%HEBELTLED
EWVWIHIBEN D -T2, TR TIE, KRIHO
RIEHERY (< 500 K) & W T RWGS ZEfrs€%
7ol KR CHmWEEES LD L EhDE
G RO MIZER Lz, B & W2 RWGS i
IEREIZERE IR S D1, s OREN 650 K T
HHTED, MALTEBIO—ENEALE L THEIN
TLEIEWVIHIBERDH -T2, &2 TARFETIE,
T C 500 K LA F O{KIREK CTH RWGS UG IC
EWIEMEZ R TR OB 2 HAY & L, PtMoOyx &
filit e R SRR R 2 AT o T

2. € E&

Pt/AO,/B (A: V, Mo, W; B: MgO, AL,Os, TiO,, ZrO»,
Nb2Os, CeO,) filliiL, BEHiA & & ICEREIZIEIC K
STHELL7Z2, PtHEFRIT 30 wt%, AOfHFFEIE
30 wt% & L7z, FRBL L 72 b, Ko 1-£82% 250~500
pum (2725 X HIERI L TRV, ThEaE A
0.1 g L, Hy ¥ A% 30 mL min" THi L7,
573K T 30 s MRTLEER T AT T2, D%, Kk
77 A(COx:Ha:Ar=1:3:4) % 2 it & 80 mL min™! THERS L,
323-923 K 1B W TCEGMBL S Z1T>72, 728, 0
~15mA OFEFNTND X 912, EitEEERE M
WCEEZFIN Uz, RIS DGHTIZIEA 2T A
—Z%ft)& L7= GC-FID % A /=,

3. BERBLUEE

Fig. 1121%, £k~ 7248{K B (T PUMoO, Z#H¥§F L 7=
fihl A& Y, T C RWGS St 21T - 72 B0 ARk
PR LB FBRE (fiEESE 1 mm H7- D IZEIINL 72
FEIEM) 2T, WTFRoMEEZHWEZRICE Co
BRI 99%LL ETH Y, CO MNERBRINAIZAER L
72o COLERALRITHRITIKAF L, ZrOr Z AR
TRICE b E < o T2, ALOs R MgO 7 £ Difaigik
AL U7ZRRICIIENEZ Y, JEEL K- 72,

5 Z 9 L iy

1 KaTh - IR s

—J7, TNLSOFEE FWZREIZIE, REICEE
EHIUNTE 72, T 6 ORE W7o RO B
EIEVEDBIRICIER T2 &, BSOS O fil T
P, EBRBEICKHA L W, Thbb,
Pt/MoOy/ZrO, il iii%, HMET 2 Z L mWEEsx
FUNCXx 5728, @mWEtERLIEEE X T,

Fig. 2 I[CEBHEZHII LIz E L TWRWEED CO,
bR O R E KA 2R T, EST (@) T
IR T L EVEMEE R L, 470K T CO, #izfb3
X 19.1% Th o7z, ZHUIINTINED BTG Z AT
ST-BE (A) D 630K D COfnfbRE BB L+ —3
T5H, ZOZEND, BALEENNEE LTHE
ENDHDOEIMEI Lo, 500 K LA FOKERT
RWGS K& 1T9 Z LW TEHZ LNy hoiz,
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Fig. 1. Catalytic activity and field intensity of Pt/MoO,/B
catalysts for RWGS in the electric field at 423 K.
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Fig. 2. Temperature dependence of catalytic activity with
and without the electric field over Pt/MoO,/ZrO, catalyst.
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KREZHTO Fe HHEFMEZE AW =HKEHA R TMRIE

1. %

2050 FEDOH—R = a— FTIIVEBIZMIT T,
COy Z B T DWW EHAAIZIE R D EEE > TN D,
TDOREMRITIEE L THAMET AL 7k

(Reverse Water Gas Shift : RWGS) &3 % 5 (eqn.
1),

CO, + Ha = CO + Hy0, AH®95 =42.1 kJ/mol (1)
AT 5 CO I, TEMITAIHIMBIE D & WE ¢
HY, BERALF RO R SICHWBR TN S,
L72>L RWGS SUSIWRE L Td 0 2779
MEHIFINC KV, @ COLEMERZ G5 7o DIZidm
BCORIERMELDH, DFV, HETZRILFT
— O D AMEDBLEN D, T ORISSEHETIX
Z< OFEN B D, FATHFEIZB N T, S
BELGCTVARNTAZ LT 650K T8 RWGS
FOSEEITT 5 2 & &, Fe HHEMAE AN TE M TR
HDOD, CO BIREBENENZ ERHESNTND
D, & Z CTARBE T, ESH TO RWGS KGD
S BB KIEAL & mIE L2 EBLT 5 EmERE e
Fe ikl DB 2 BHi5 L, KO EIT-72,

2. £ B

RIS ARE GIE TR L, Fe I3 E1R1E CTHE
L7, K & LT Ce0s, CeosZros02 (LT CZO),
Ceo4Aly 1 Zros0, (LLF CAZO) # >, Fe 2 10 wt%
FHEF U7z, fIEROSIE Fe FRFFAREE 100 mg % AW
T, EEREEANSICIEE TIT o 72, BUSE 21X
LYE AR L, R R E & 1 D BB A )
B O TN BN LT, £z, AT L AHE
fi % fil b g oD i 2 B AGA TR CHREA L, —ED
EIRERNIND X 5 ICEGEZRAE ST, Kk
BHOWICAERT AN KERERET 27200
WHNT v 7T EFE LT, BEINT v 75280
\F 7= A% GC-FID %R\ Tl L=, i h 2
1% COxHyAr = 1:1:2 (&% & 100 mL/min) & L,
SRESINEGEEE 1% 423 K ICRE L TS Z2IT 272,

3. HWERBLUBE

fiix @ Fe fHEHillE 2 AW CELFICBNT
RWGS it 21T - 72B D CO, #infb % % Fig. 1 [TR
9, COL#&{lZR (% Fe/CeO, <Fe/CZO <Fe/CAZO O
EZEEML7=, ZH &R C L IEE/LD Fe/CeO,
< Fe/CZO < Fe/CAZO DJEIZHM L=, ZDZ &
NG, JEME LIS BEIIZIEOMBENH S5 Z L0
Lyinotc, £ Z OO CO BIRKIL, Wb
99.8 %Ll EOfEZE R LT-,

REBD LS

(&mKk) OLM &

P

%, LM,

&IZ Fe/CAZO % HAWT, BB L DIEE~D
WL, ELERESETREBAEIET
UNTRUWRED CO, BAALER D il fg 1R Sk 7714 % Fig.
21T, B A RAE ST Lo T2, 500K T
T E A EIEREIT L0272 (O), —J, &
B A RAE ST A TIZ 500K L FOKIRICH W
THRIGCHEEIT L, i b= 28 2 5 O il
EEEZRLE (@), TV TFROEEICBNTS
CO BIREFX 100%TH-7=, ZD XK IHIZ,
Fe/CAZO filiiti%, IR ESH TaEV g & CO 2
REZR LT,
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NREERSFEICEYARILI=P/CeO,DFEIKMEH R ITRRIGEE

1. #%E

WM A7 b (RWGS) G4 RE= R LF
—IBIELILD Hy & CO MM BLARRHT A %G5 i &
LCTHEEINTWDS., ARISIZE, ZioEo sy
CeO, 5 ZHFF L 7= Pt A ETEETH D Z A5
nNTEY ., FEEYA ME P—HEERAEMLETH D &
EBZ BTN, Lo THEDETEMEIZIT Pt ks
LB THD. 2 TARZE TS IR S 4R
K- ORI b3 ATREZR K RIEZEEMiE (FSP) 1L0%
FAVY PYCeO, HiFZFHBl U7-, Faf L=l s B7n 2
BERIRAE CAUR U712, AR EHRRETS X ONSUSTENE
WZOWTRRRH LD Tl 5.

2. FEBRHE

Iwt%Pt $H$F CeO, Ki+% FSP &2 L 0 il L7-.
BH&I)7EF AT ' M—k (F)E) &Y DA
2 —TF AT 2 —FAFH U (12%
Ce, Alfa Aesar) ZiRBIBIRED 02 M &7220 X HTE
DT, 2% /7—n (ff) & 2—=FA~FH %
(Aldrich) DIEETAHE (1:1 in vol) IZIAfRLT-Z. Z D
A% 3 mL min? T 3R/ AWk Y, 5L min' O
A A (0) 12XV L, CHYO, (1.5 L min"/3.2
L min?) kK TEREEST S Z L ThiFE2ERR LTZ. k&
MHAR LR T IZEH 2R 7 (Seco SV1040,

Busch) THEL, HT7 Riffk7 1 VX —TColEL7T-.

B ORI 222K HITIB T 400-800 °C T 2 IR o
BERALER 21T~ 7.

BERt%, iR X #REHTE (PXRD) , NoAERWE
%, CO {bLFWEEE, FiEE T (TPR) EICK VAR
FEMEZFH L7, CO ALFAEIETIE, CeO~D CO
W25 A2 72 9550%CO- NI 575 L7214, CO W
EHR T 72 TPR 5L 100 mg ORI 1% A5
PICEIA L, 300°COD Ar 1 ClREFRIRTLEE L 721%,
5%H,-Ar %50 mLmin Tyt L72235 5 Kmin CHIE L
72820 HyiH&E &% TCD MiHgsic L v HlE L=,
Pt/CeOxIZ & 5 HytHE &1L, CuO (99.9% Fujt) o
TPR 7’1 7 7 A VA W THER L7

3. MREEBE

BT B BERLIE B CALEL L 7= PYCeO, i fil i oD
PXRD % [XIZRT. BERIREIZ L 57 CeO,DE—2
DHER 7. Pt FRICHNKT D B — 7 B SR
W2 D, PtITESHURIETH S LD, I
R X918, BERRED FHEIZ L T CeO, (111)
DOFEE T A AN L=, FRUlfl- THERmEN
B2 L, BERICL > T CcCONEET S
EWIND. —J7C, CO WAETEIC X 0 IE L7 filst
HEY7Z0 0 Pt REAEIIEEREEIC L STIEE—
EThoT272, BERICL D Pt R FOREIIEER
ThHDHI ERTMoT-.

X2(Z TRP {EIZ & 0 HIE U 7o et 2 g,

EVRETREERL L7 CeORIRN R XV Vil &, 3=

Lns3xz VAL

(U KIEET2HER) ORE ' Hr 1

TERENED T2 Z LB L72. TPR B —7 Hff
MNHHER U7z HolH# 51304-0.6 mmol/gy TH Y,
PY/CeO, R DEICIZHKT H B2 NS, HHD
HFTIE, TPR IZL > THLNECIEE X RWGS
SOSTENE & OB OV CHET 5 T ETHS.

# 1. PYCeO MM DFESL YA Xd IOk F HifH

BERSIR 400°C 600°C 800°C
gh AR
(CeOy) 4nm 6 nm 12 nm
HeFRms 196 m?g | 134 milg | 74 milg
PtebEmfE | 05mig | 06m¥g | 0.6 mig
o O CeO,
A PO,
O Pt
A O
Cal. temp.

800°C

10 20 30 40 50 60
Diffraction angle, 2 0 ,deg.

1. F7p DI TR L 72 1wt%Pt/CeOofili: OPXRD
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[X2. $i7p 518 EE CRERRL L 72 Iwt%Pt/CeO,filli:oO TPR

BEIER

1. K. Fujiwara, S.E. Pratsinis, AIChE J., 2017, 63, 139-
146.

2. T. Takeguchi, S. Manabe, R. Kikuchi, K. Eguchi, T.
Kanazawa, S. Matsumoto, W. Ueda, Appl. Catal. A-
Gen., 2005, 293, 91-96.
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SR SRR DS A A S WAKMER A7 SO~ 2%

T T b LA RpEl HEOT

(RIER) O 11 H - oA Hoowh - i 5275 - mifk

SEmb LIFR

rel - 1| o

1. #8

BRSO FHU T 7=ty ie A ) _—2 3 v
7T D15 E LT REATITE 415 ik CO,
DSORGB L 72 0 15 D IARIRE 2 G5 2
& TEREMR COHHEZ Y o 2B ER Sh
T, ZOHRKIE CO, &l CO AT 5
WOKHEHT A7 N (RWGS) [i& CO ZmRILKFRIC
Z5Ha-3 % Fischer—Tropsch AR — DG 7 1
AEATH Z & CEBETH D, YV ARFIETIL, R
ROt T D RWGS Uis% FTEIZHED LA fllt ok
EAT-O TN D, ZOHT, FHEHE Al RWGS
SRR LT, 300 ‘COIKIRIEA 5 800 °CO Rl &
A RTRETH D&t L,
2. EER

i1, BrE % 150~250 pm (32 7= TR OO SRR
SEGANEE (CwWZnO/ALOs, Bl 7 U 7o Ml
MDC-7) ZAEH U7z, TRl o 3 e =
FOGHEE 2 V=, PIEE 6 mm DA i 0.1 g %
FeHE L, EILAHA (H/No=1/4) % 50 mL min ' i
4300 °C T2 hBTEE AT o7, ZDt%, UG
FE% 300, 400, 500, 800°C (ZZNZFHEE L, JFEA
Z (COyHYN;=1/3/1) % 40mLmin™ T 20h ##ii# L7=,
B COH O H A1 Agilent £ Micro GC490 (TCD)
WX 0T LTz, fillfEDx v Z 7 2 )P — 3 43,
TR X BRIEHT, S XM, SR iE s 2 H
WA T2 72,

3. BREKLUEBE

BIREET 20 WEFRNY 2 % Cw/ZnO/ALOs filiiil 237

WS, EFIRIE L 72 o 72RO COL i E#% Fig. 1 (a)

\RT, AfEEOMEE 30 300 °CLLEDIREESATIX
UEV BRI MIAIIES D 2 E R TAEE
T3, FEERZIE 300~800 °CDMFIAL vﬁ'ﬁﬂz _m T
RWGS SURMZEEEZR U, BSOS IREE L
Tz, 7o, EORETEH A X BRI é;hﬁ*\
BRI HERD CTH D CO DR ERSNTZ, —
7. —JE 800 °C &% S CTHUOY 300~500 °C CIEMERR
BREAToT L A, COMRERITE LK T LT,

T ERRER OffiiEo> XRD /34— % Fig. 1 (b)lTR
T, 500 °CTOTEMRRBRE Ottt & TR S Crzfig
{EHEER ZnO (ZHIT 2 B —27 1%, 800 °C TOIFMAER
BB IR ST, B2 ZnALOs HROD[EHT
E—7 NI STz, F72. 800 °CTOTEMRAERE ik
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CO, conversion (%

BECIIZBEO In AR L QNDH L %ﬂ*ﬁéhfzo
72135, il CE F 41D ZnO DO—E0ER{ LT L 2
75 (ALO;) EFRUSLTZnALOs ZTERL L. iy
v 5 Y7 Ulz Cu BT FEET i & AR LT,

BARSE T ORI A TR D T2 OIR L RRANARAT 2238
FrTze FARPET ORISR 2 W T OiEHE
TRAF—ZHH LIZE Z A, 300°C, 500 °CHHITTH
JSEAT ST e TEH bR L= T2 E41 6.04 kI
mol™!, 7.64kJmol™ & LAV MEA R LTz, ZAUTxE
L. 800 °CThihir & H 7=t DA A 500 °CAHL TR
AT T8 E G E =R =X 1.2k mol ! & K&
7polzy LI035 T, 800°CTRUNETT 9 & il
WET 2720 TRLOBEHZ(LL TN D Z &R
NI NI,

70

o ALO,

@
1=}

@
=

w B
[=] o
Intensity (a.u.)

]
=]
4
.
L)
w
=1
=1
o

5

.
12.3
MDC-7
L L ' L L L

0
200 300 400 500 600 700 800 900 10 20 30 40 50 60 70

Temperature (°C) 26 (deg.)
Fig. 1 (a) CO, conversions on the RWGS reaction over
Cu/ZnO/ALO3; (MDC-7) catalyst at different temperatures.
The values under the plots represent actual conversion of CO»,
and the dotted line indicates the thermal equilibrium. (b) XRD
patterns of the fresh and the used catalysts after tested at 300,
500 and 800 °C of Cw/ZnO/ALO3; (MDC-7) catalyst.

HiEE

AFERNET, ESHITERFEEN e — -
PEXBANIR G BIZEHE (NEDO) OZFEFEHEL LTIT
STFEERTHD, T ZITHEEZERT D,

1) D.-D. Suppiah, W.-M. A. W. Daud, M.-R. Johan,
Supported Metal Oxide Catalysts for CO»
Fischer—Tropsch Conversion to Liquid Fuels,
Energy & Fuels, 35, 17261-17278 (2021).
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K& - IRIVE—FvUT - CCU
[1TA05-1A07] K% - TR F—F+ U7 - CCU- A—RVUHT1T)L
(2)

EEAAELAARK EMEFEI VI 7Y VT HER)
2022F10H27H(CK) 10:45 ~ 11:30 AR (12ARET

[1A05] 7S XVEEZFAU\ e CH,F S 7HEICH T BHMBES K UAHEBINENEG X
== 1OETii]
Owma BR'. AWK EN B F8’, i RE°. 8K 25 ke B8°. Bl B, #6% (1.%
RETKF. 2. IREXF. 3. AREMMITEMH))
10:45 ~ 11:00
[1A06] X5 J — VBN E RIG X T D HEARFHYIDEEZR
OFA B'. =@ A" °. RE Gth'?? (1. EREFILKZ. 2. ERPIAZ KEIRILF—1S
BRHEEME LY S —. 3. REAZESICB)
11:00 ~ 11:15
[1A07] VIL-TIVEIC X DR L 7z CuCeO,Z2r0,& £ U CuCeO,TiO, EE AR = F
WzIH /) —ILo CO,HRERIG
OF Lt B, M &4, B BE'. ARE (1. ZEXFAZRIZWER)
11:15~ 11:30

ONBHEEAN BHFER
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To5XTRE#RAN:- CHiFS A HEITEITS
FIMMEES &K U ERmELS 5 2 5 B O il

CRIEETK -

1. #8
COMEHHEDHIE RO B A, REIZHBNTH
mw& BT —R e =a— h TV EERT D20
= f&E& D RLADITEfE S TER Y, Carbon dioxide
Capture and Utilization (CCU) (215 COHIEE LY
AR BT DAFZEBIRE DSE AN T O TN D, Y
FFIETTIE CHek COE IR EED Z & T CODHL
FIHZBIET CHy R A ERISNCER Lz, F700k
IR BT 0 A TlERL, 7T A~ G
R LT CHi RTAWENER SN TWD, 77X
~E WD Z L THEIR - BIETORIGETNETH
0. ALARENE VB L U7V SIS AN ATRE T 5,
INFETIIREEDITERB ST A~V T 7 X —
WS CHy BT A BERGZFEM L CE -, EERE
BT S5RX< VT U X, EiRER S X~ )T
7 X —TCIIfEENIcRBIT DR v N AR MERMN 7
W, BNOIRERIENES TH 0 BRI OUE R
JGINAIRECH D Z L AR L CE L, £O—5T, W
WER T2 X< )T 72— WA TIISEDON
ZALHEFRETH D b DD, 7T A~ FEl N g R
WEL . UG A EERMENZ ESFETH D,
T 2 TR TN INESCHIINE LN 7 T X~
CHs R 7 A WERISCE- 2 2585 AT 5,
2. EEAE
FEHRTIL Figure U R ERIEEZ AW T 7 X+
K DUE RS % FEh Uiz, ERREEE T AR X
~vA7n—aytu—7, F7RXER, KONE. B
HET7 97, <4271 GC MoERENTWD, Kk
BIXawmE) 77 X —E AT, e L 7
TRV MRN—IRE 22> TR Y B ON
£RI336 mm, £ 425 mm, T—/3—f360°THY |
T ATy MEBIENELL mm TH D, BILEIE
RS J OB BN TV DI, EE MR
UT 72— DN S L, BRI IR e
WZHSHT BT, mEEMIISMES mm OfilEz
AL, BEHEMICI3EA05 mm, $HE 51710 mm D
i — FEMHL WD, ZNENOEmE & E S
J£7°7 A~ il A B U, SRS B A Fng
HZETT IR HHESHTEY, discharge gap 1%
BXF20mm TH B, TR NS A Bld
LTI IR E NI LT, YR TILT 7
R AERFY VT HALE LT Ar, JFET AL LT
CHsB LN COZMAIHTED, #ItEIF6.0 L/min
THY. CHIB LD COREITENENSN THD, F
7= 7' A~ EIFE T80 kHz THEIE L. FUINEEIX
7-11 kV LT3, FEBAENZOWTIT T X
< BIRIEE I L QWD B CHIE Lz,
FEBRCITMEARE, & L <IE Al03%2000 mg % FEif

g A IRLDET

l

H%W*EKE%I%M)W%%ﬁ“dﬁﬁf

BRI TR S - 4

r~h

DY T b HH N
f

R s sl - R e - Bk

LEEZEINT 2 = & CERIGE FEf LT, BT
IZ~A 71 GC 2L AH AT ARG OS2 FhE LT,
EEREHI T, SUSH AERER, Hads LY CO TR
ZEH L, FUNEER L OYNBInEO 2852 A LT,

Silicon gum
stopper

’\s/‘o condenser
GND.

< electrode

Heating
furnace

Power
supplement

H.V. __9

i electrode

Fig. 1 Schematic diagram of experimental setup

3. ERBERBIUVEE

Figure 2(Z MRS 2 B81F HEIINEEE 29-11 kV (Z
A S RTZBRDOBUGTT A DRI E & ~d, BN
OHEIMZAEONEREFRITIEM L TR Y . WThoOBEIC
BOWTHLE LICE RS AIRE Th -7z, FINERE
ZHINSED 2 & TRAENIERLTEY, BAE
771 & B FRAARITITFEBEN A b ivlz, £70 ALOsTEIE
AW T, EREBR I RFEITHIZ R Bz -
T2b DD, H—7RYE ek~ L TV, BT
W 0 DN LD AT AN Lo TR BAT
BB L, iR I XA~ V7 7 24— s 2 L
CHRIRLF 2 ZRANAE AR Th o7z, £/t
IFRALKRF LA EHEI SN D —J5 T, FriiicfEo-7e
R LRI L7 o 72, YEEFER TIIMESEF TOHE

BRfER b B Tl T2,
CH,, 9kV CH,, 10 kV CH,, 11kV
A CO,9kV W CO,10kV @ CO, 11kV
0.20
0.5
c
2
£ 0.10
s
S
O 0.05 s € $
= A = A = Al
0.00 } }
0 5 10 15
Time [min]

Fig. 2 Effect of applied voltage on CH., CO; conversion

1) Kamiya, K. et al., Kagaku Kogaku Ronbunshu, 48,
54-64 (2022).
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AR/ —IVEREMBRE RISIZH T S MEF MY

DEEMR

(BB RBEAR HTERBE* » AL IR T AL HEEE o -

203 ok L B9 B

OWf A BEfB* « i Jolaprrssons

wE

=R =a— T NOEENS, ERTAND
BESND AKX )= Z, A A~ AHED A
B ) — U SA FA K — ) OFRIARER ST
L. NAF AR ) — TR T L 3 — 0T i
e EORMMBEENIHERHDH V. Fx
X, A =& OB R R KRR T L 3 —
NEETT AR E LTAY ) —WiZimL, &g
Bk ¥ & OVEE {b /Y 20 & )i (ATR: Autothermal
reforming) DG « JIRVEIC KT DB ZFH~7- 2.
ZOFER, KR T L a— L BIRINT D &, KT L
a2 —/VHSRDRFEFED Cu/ZnO/ALOs(CZA) I D iE
PSR L, THME - AEME T35 2 & & B
L7-. #ZCARMIETIE, KK T2 —1 0 C-C i
BIREE AN 22 OB RTE YA CZAICIRINT % 2
&, SRFEFATHH OMNE] & ENE - A EO R R A

ST,

2. EE

CZA TR X v A% U 7=, 56 — 4 B (M=Co, Ni,
Ru, Rh, Pd, Pt)Z s/ L 7= CZA il (M-CZA)L, &12
FICE TR L2, B SROMEFEIT 1 wt%d L
7o, =X = VIAFTF O ATR X, & EEER @
FSSEE I TIT - 7=,

3. HRLER

Fig. 1 {24 / —/L% 1 mol%(EtOH/MeOH) ¥/
L7 A X 7 — KR ZRWT ATR 2{T-o70 & &
DA E ) — VAL ORI Z RS, =& ) —)L
ZUIN L7254, CZA, Co-CZA, Pd-CZA, Pt-CZA 1%
Bt 60 5314735 A % ) — VEMERPMME T L, Zhic
PEVVKSE D ERGEE © IR & & I Lz,
—J5C, Ni-CZA, Ru-CZA, Rh-CZA I 5 Biffl &
TRELTEWA X ) — VLR E R LT,

Wi, FRMBLETPONC LY, =% /) — LVILFETF
? ATR 1% OfIEREIZAFAET D RBFEO AT 217
- 7-(Fig. 2). CZA, Co-CZA, Pd-CZA, Pt-CZA 213,
T X ) —IMAT, =X J—)VHRKDRBFLT
H L7, —J T, Ni-CZA, Ru-CZA, Rh-CZA 121%, =
2 ) — VRO IRFREDSHTH Lo 7.

BT, =& — VIRINZ K 0 ARk U 7= B AR
&7z, CZA, Co-CZA, Pd-CZA, Pt-CZA % 7=
LE, BIEMRMELTT® FTLT B ROHR A F
NI ED C2, C3ALAMN AR LT, — 77T, Ni-CZA,
Ru-CZA, Rh-CZA TlX C2, C3 b AW DA R AN B

L, AZ U DOERRENHEM L.

HL K ESICB**%*)

LLe tox
. S2FE ﬁ&******

IV A3 R B (CoHsOH— CHy+CO+H,) D AT 2 7RI L

TWnD.
CZA H3 &

s DAL

Wwizk

=
o
o

90
80
70
60
50

MeOH conversion (%)

NS OFEEMNS, Ni-CZA, Ru-CZA, Rh-
wm&ﬁ%rbt

W, =& ) — VIR

s PRBESR N PRB DS EAF LR

%2 éﬂ?”

OMeOH 60 min
m MeOH 300 min

g?ayﬁﬁv*W5WgY
SN

Fig. 1 Methanol conversion in ATR

Conditions: Catalyst 100 mg, Furnace temp.: 200 °C,
MeOH:H>0:02:N:EtOH=30:36:10:30:0.3 mL min!

1)
2)

3)
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CO, formation rate
A
{mmol min  gga

| 0.1

x0.5

AN Ru-CZA
/ [. Ni-CZA

Pd-CZA
_ﬂ_,/%:i;~_4yL

(i __:Curve fitting (ii)
iy Rh-CZA

Pt-CZA

EtOH on CZA

!
100

| L
200 300 400 500
Temperature / ‘c

Fig. 2 TPO profile of spent catalysts after ATR
Conditions: O2/He=10/40 SCCM, 10 °C min"!

Y. Isayama S. Saka, Bioresour. Technol. 99, 4775,

(2008)

B, =AM, SREEh, & 51 [mA -
AR Emes, B, 2021, 2C13

T. Hou, S. Zhang, Y. Chen, D.Wang, W. Cai, Renew.

Sust. Energ. Rev. 44, 132, (2015).
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VIL-FILEIZE YA L 1= CuCe0,Zr0, 3 K Tf CuCe0,Ti0, S A
il A ANV =T 4 / —)LD 00, R E kIt

(CEmARET) OJF Litek - WlikA: - i

1. #&5

B SN TO LA EHTIEBR YD 235 1 |
Frio7oBtE L CKREBENEFER SN TWD, 723
FETIE IBEYDREN A TH D LR FEDOFEE
BZIIRERBELAFEELR TS, 2T, &
ERREZR =& ) — V& W T2 CO BCE 23, fiEk D
ABR LD COLEDRIDVIZ, ERRA AL IKFED
HRFEOFLR R Tnv A L THIREIRTWD[LL,
WHFREETIIINE T X ) — LD KARRUE
SOz /a3t L, Co/C/Ce02Zr0; 3 L TN Co/C/ALO;
fRIE DS K BRI R EIEE CTEN TV D Z & 2 Hiss
LC&E7[2,3]

NSOl Y X RN QR =R AN 2 (A7)
E LT Zr0, 5 WL TiO, &, BERBENRE S I FF
TE D CeOr LiRA LI EAIRTIREE TG MES
F% '(“ &) %) Cu 75?”[] %_ 7LC CuCe()zZrOz iﬂ J: U\
CuCeO,TiO, filf: 2 - NAE GRS L . =&
— /LD CO, WHEBUG & Mt LTc D THET 5,
2. EBR

AR R L, IR A R O & L CREBAER =K
My, Vva=7olREE LT a=y AT b
XN, FE=TDREEE L TFEX=TULT T
AV FuRFLR, BUT L LT CeO, (il
2R JRC-CEO-3) Z o, Iiix 1=
=TT H )= F R =T 2-T N
— N EZENENH W, B EEZRES L, B KE
Mz T axy RaEKS# L%, 110~120°C
T L7z, ML LERIE L2d & EXFHA
T 700°CT 3 K[ BER L CTROGIZH W=,
CuCe0,Zr0; filtli & L T, 10Cu45Ce45Zr, 10Cu-
67.5Ce22.5Zr 3 LT} 10Cu22.5Ce67.5Zr ZiHHl L,
CuCeO,TiO, filt it & L T 10Cu45Ce45Ti, 10Cu-
67.5Ce22.5Ti ¥ L TV 10Cu22.5Ce67.5Ti & il L 7=,
JLEFL AL, Culd Cu. Ce lZ CeOsz. Zr I ZrOs.
Ti IZ TiO, Z E NIRRT, Kl T RIDOMFILE
NZENOYWEOGEHREZEEILTRLTWND,

FO I, B E RSO 2R 2 V-, fillie &
I 0.25g. COy/Feed=5.00(mol/mol) . CO, i &
160ml/min, =4 / —/L i & Sml/h, SIS 625-
700°C, J£7) 0.5MPa D TIT o 7, kI LY
SARAERMIX. GC-TCD 8 X O GC-FID (Z X v 4y
Mr U7, kit x 7 7 % U ¥—3 & LT, XRD,
EHZWMLAE . TG-DTA B L O TEM HIE 21T - 7=,

wo S REE X FeEnWw 5 ¥ BLbEiiEnD WLITH

3. BEBXOEE

FAHAYIC I CoHsOH + CO, — 3H, + 3CO D is
X CTHEITT D EEBEZOND, =¥ ) — LOHLF
1. CuCeO,ZrO, fil il TlE 625°C~700°C DiEEHr
T 90%LL EOE g Z 7R L7z, CuCeO,TiO, fil
BETIE ZrOy Rfill & LR TIRWMEZ R LT, &
7o, KFEOWE/I/KFZOHGHINENSH LN DK
FIFIL, CuCeO2ZrO, filtli T 1L 10Cud5Ced57Zr %
FAWT=5A12, 700°CT 74% D bV MEZ 7~ L
770 ZHUZHE LT, CuCeO TiO, fil i TIIik KT
34% L{RVMETH o 72,

FOSHT#% OfliE D> XRD HIE Tl GBI AE
LR ©— 27 REOSRITR ST, b
DICHSBEOE— 7 BB, ZDOZEMD, X
JARFICER LSRR T ST Z TR L. 2k
BROSEEE L TWD Z EAVURIBE N, KIC,
ERWAE R EDFE RS, CuCe02Zr0, it
PO ALAFE & A OB 7 S, SISz
FOMTH L2 RFEDEEL TWDAIREENS 2
HiLDH, CuCeO,TiO I XS LRI CEL &
T R5NR) o7, TG-DTA HIEDFERI G,
CuCe0,ZrO; il T < O 3 — 7 O MRS
L. CuCeO,TiO; it CII DV ED a— 7 OFERN
Rbinfec, 2k, ERWMAEREORES & —2
1%, RIc%D TEM HIED B CuCeO:ZrO, filtli
TH—RoF ) Fa—TLEZONDH—AR
DA A=V MR BTz, CuCe02ZrO, filtli CILiA
ERRIFBIIR N2 e I—AR T
) Fa—TDEKERBRBRL TWDAEEENH D,
TG-DTA @ =2 — 7 JRIEDIEEE 73 600°C {3 THETT
THIENL, ZTNDDRBEDEHRMETH D Z
LNy oTz,

4. £

T X ) — b CO, tE RIS IZ W T,
CuCe02Zr0; ZfilAS CuCeO,TiO, Ml &t~
TEIEEB L OV CO BX U H N E/R LT,

[1] C. X. Dang et al., “Syngas production by dry
reforming of ...“, J. Energy Chem. 2020,43,90-97.
[2] A. Andou et al., “Steam reforming of ethanol using
....”, Fuel Process. Technol., 197, 106203 (2020).

[3] H. Tsujino et al., “Effects of the addition of CeO; on
the steam reforming of ethanol using novel carbon-Al,O;3
....... ”, RSC Adv., 2021, 11, 8530-8539.
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K& - IRIVE—FvUT - CCU
[TA08-1A11] K%K - TR F—F+ U7 - CCU- A—RVUHT1T)L
(3)

B LhEE IS (RREEXZ)
2022410H27H(K) 13:00 ~ 14:00 ASHE (12ARERE

[1A08] Na-FeXfiEZ AL\ 25 1 L U b FTERRIGIZH (T BB EKRERILIKERE RO
go

v
OBH FiE'. LA EE", fmEEEl. B8R #FLE' 28 AE (1. KRS ARBEME
i)

13:00 ~ 13:15
[1A09] COD\S DIEMRA L T « VERICH (T3 B BIFRRMIEN R ITREDTE
Ot 4" WmA BN R B (1. LAMAIIAY HRHES
13115 ~ 13:30
[1A10] # %2R %= AUz CO2MKFZIBICKBEBERAL 7« VERICH (T B REFIBEHE
DEE
oA =N R B (1. LNFIIKSE)
13:30 ~ 13:45
[1A11] Fischer-Tropsch Synthesis(c &7 3 Al,O,1B%f RUBBIRE D RIGE B DIRET
OLH M@ . EEBE. b ENYR Y e NIvN\Y' (LHEBR', XKEBE (1. 258
XEF)
13:45 ~  14:00
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Na-Fe Zfiifft 2 FHW\\7= 24 L 7 ks FT &sic BT 5
75 B R R AV K B AR D ST

R

CRHERF) O H

1. #&

W, =Ry =a— k7 LOERBIZAIT T CO,
T A~ DS N E E o TS, £
D—2L LT CO, & Hy MBEHARIAKFEEED
Na-Fe 2t V& W24 A4 L7 b FT ARG &,
SHURAL KSR 2 5 F AL S 5 B AR R (ZSM-5)
EHNIET v ST V=T ¢ T RO E IR L ST
TR ANREFERINTWA. ZNENOMEE LT,
XA VL7 b FT ARG ClamEE 5 UL Lo mfkix
EARFEOERBENEL, Ty T T v—F 4 VTG
T ERRACKBEBRENMENZ ERRB T ON5.
AW TIE, ERkRACKFE AR OB B m g T
Na-Fe il i~ M BRI (Ga, Zr)Cfil i F ik 5
DIEEF 1T -7, FIZ, Z O Na-Fe Rt & ok
BRI E ARR ik (H-ZSM-5) 3% #l7xE& o 72 SOt D
AR B KIS BES 5 2 & TETIR R TR L,
PONA T &2 4T~ 7=, FOFEHE, HIRBREHT VI
BIEEAR L EUIRIBREI O AR A MR TE -

il

2. E B

Fe,Ga,Zr O HEEIE OIRG/KIEIR 2 JFEr L Li-4t
TRk &0 1572 FeGaZr RiBRIRIZ, FTERED NaNOs &
A= EHRTEIC X o T Na(1wtob)-FeGazr il 215 7= .
HIZ FeGaZr AiERRD TR IRFE & FI o AKEVE R
12XV, Na-FeGazr-HT(Hydro-Thermal)fififi 2 45 7= .

[ (A ER AR 1T AI(NOs)s-9H,0 & NaOH DIRAVATRIZ
TPAOH 35 X N TEOS % iz CHEH%, KEVERKIZ &
DAERI L7z, 7 ) KSR CRLERS 5 Z & T,
FLIEKR H-ZSM-5 2757~

ok TR o ) R e 20D S S A T TCREAR
L72. 3@&HL L 72 Na-Fe SZfiltfiilZ 25%C0,/75%H, 77 A
A i@ S, 380°C, 3MPa DAt TG SHT-. &
(Z [ERERARIE 2 Na-Fe SRt & [F & 2 e A L7
HE L7 CoORMEbIT - 72, iS5 O AR
DOFEIT GC-TCD B L VFID W T L=, %
7o, R E ST D 2 & TR DIV Ry
Wt A&, JIS K 2536-2 [ZHEHL L GC-MS %
AW TITo 7.

3. ERBERBIUEE

B TENE O FEAmAE R A Fig. 1 1R T. SUSED
CO, 7~ CO, Conversion & 3K, Rk L7235
FEICI T D IRFEE 5 LA EDOERIRIEKERIRE 2
Cs+ Selectivity & L, 4157525 Csy Yield ZH H L7z,
FEAm O fE R, Na-FeGazr 1d Na-FeGa?iZxt L CO;
Conversion 75 4.7pt [A] -, Na-FeGaZr-HT /& Na-FeGazr

o REHE B S A Ll L 5 [ & Bk o
B3 KNI SERC 1 SR NI s

3 E A g7

&
T

H
S
Gt

UTh v

{Z%} L CO, Conversion %3 1.5pt, Cs. Selectivity 73 3.8pt
M B L7z, e & RER R ORERE LT, Cs
Yield & Na-FeGa?\Zxf L 1.25 iz ECT& 7=, ¥z
H-ZSM-5 & iRET % Z & T Na-FeGazZr-HT BT
JEEEIEA LV EWCs: Yield 2155 Z & 2k 7=,
F7- Fig.2 IZ Na-FeGaZr-HT & H-ZSM-5 # iR & &1
Te RS BT D ITRIRR Sy DRy A~ . 5
FRIRACKFE OHRITH 42Wm% TH Y, Z ik
DINAF T H Y AATIHVMETH S 9.

PLEDOFER LIV, Na-Fe Rtz H 4117
kN FT & RSO & HIFLIER H-ZSM-5 % W=7 v 7
TU—T 4 T RIGO— IR XY, mifkxbAkE
DUILZR & FERRACKFBOAERER LA ETS 2
EMF o ZOTFat R T CO EFEEE LT
EOHRTY, FRHCHFEGRS AREIOEA~DHFEME
DHIFRFTES.

Cs. Yield (%)
65 -
20 25 30
~60 | Na-Fe_GaZr-HT
NS Na-FeGaZr-HT /H-ZSM-5
S s5 |
[t
E'50 15 o o
2 Na-FeGa?2) Na-FeGaZr
S 45
(5]
-
o 40
@ 35
b3 ({0}
v R
. Na-Fel)
(@] 30 | O a-Fe
25 1 1 1 1
30 35 40 45 50 55
CO, Conversion (%)

Fig. 1 CO, Conversion, Cs. Selectivity and Cs. Yield on
direct CO, FT synthesis reaction with various
Na-Fe catalysts.

n-paraffin
6

16 —e—n-paraffin b
14 i-paraffin
S —=-olefin
?_; | naphthene
E 8 —s—aroma
o
S 6
4
2 o
0 — g .
0 2 4 8C - No® 10 12 14

Fig. 2 Product distributions of synthesized liquid fuel.

1) J. Wei, Q. Ge, R. Yao, Z. Wen, C. Fang, L. Guo, H.
Xu, J. Sun, Nat. Commun., 8, 15174 (2017)

2) A fh, #5128 [RIfEEETERS A, 1J24(2021)

3) VHE M, #5130 [AIfMBLEERS A, 2E14(2022)
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COMEDIEEA L7 4 L ERIZEBIT

TEVER AR BRI D2 T 5%

(AL

1. S

AR, COL A EZRJFIA & X2 HERIRIRL 23 K
SRR L 72> T D, CO DT (CCS) D>
SHA (CCU) ~D A —R VWA 7 IDEZ TN
EHENTWD, TOCCUDDESOTEL LT
CO#FEHZ 7T AT v 7 SL@IEM B O EHCT B
DIRREA V7 4 2 (LO) BNV A HAIL TN D, )
& LT, CO:DARFL (W7 MpUR) &7 4
vy— - b7 o (FT) AREHAEHE, 1
&Efﬁ5%®T%5 AWRESIZTZNET

(2, BOSSAE OB b e O 1] fbE#H A% o e b &
1T TC&E, TNETITERT AT L DS DIE
Eff BT, il oizE o b KOG EEE [ U Ho/CO=1
DEFRA A% AV, #H(0.1MPa) T 2h OLEE 1T
S>T&E, LML, Ho/CO: & JFEE 5 Bt it
T 5 R UEORECITMRF STy, &5
1 ZADOFIEALRA IR TE 5 CO Z b7V i T

IZOWNWTHRHBES N TR, F 2 TRIFET
I, LO ARRIC RIE TR ACIRE, W, £
DEBELE T,
2. FEhr

Fl L2196 M AR PR & BRI KPR IRIZ L 5 3Lk

TS A Uz, BOG X B E RN el 2 e ds &
AN, FEAE TS 1E H2/CO=1 % T, 300C,
0.IMPa T 2h & L 7=, 300~390°C. lh~6h.
0.1MPa~2MPa-G OHN 1 DD/XT A — X ZJ5H LT
BT E T o772, H2/CO=3 |Z KD ITLHL BRI A &
FEE DR TTERIEE 1T o 72, KISSMIE. 360°C,
2MPa-G, W/F=2.0g-cat * h/mol, H:/CO.=3 THh 5,
ITIEA > Z A > GC-FID, GC-TCD TiT-72,
3. EBRERBLOELE

AT AMH:/ICO)IZ L D& TIE, HE
300~390°C . i# o] 1~6h TETLRMA2 2L ST
b, AEAESLAf & BT LO R, BIRR L L F 0%
M 20% N TH Y . HERD LO Ak & #aauiE
WA R LTz, £ /) 0.1MPa~2MPa-G D% T8 Tl
JEJID EFIZHEV, LO EIRFIIE(L Leho Tz,
LO WRIZJEI D EFIZfE-> TR TFL TV &,
2MPa-G DRFIIAEHESRAFIZ LT, §95 KA1 > MK
Tl o T, MEEDBETFMDOEFEZ DMHE
WIRNZ ERNboT=,
H:/CO:IZ X 2380 TIE, BT A(H:/CO=1) & b~
T, COHALHRITPAT 505 LO BHERIIMERF T 5
Z b | EBITANT CO AW THAEE

PEOEE

5 VDU E

VK OFeht BA - G - HiE E

PERFEST D Z EnNbhoT=, K 112 H/CO2=3
2 X DIBIC TR & JE N 2B S ETRFD CO-iis
b & LOBINEOFERZK 1 12~ , £/ 0.1MPa
FICHEI & 2h 205 6h IZHEITT & (kA L~
o EPCRIIHERF ST F F COLMR RN EH L,
RALAKFBULE DK 10 RA > hal kL=, oz &
HRERFEETTAITO Z LIk » T kDBETLEN
FHRL. LOWERmELEZEEZBND, 2h DS
- FCiETE 1% 0.1MPa 725 IMPa-G [k &8
% & LO BICRICEIZR O, COHR RN
AN L C LO W3 m L L=, F£7-. 2MPa-G (ZJE
F1% EIF T8 IMPa-G & LO ICRICE LN R b7
WZ ED, IMPa-G TOETHAIREAITH D &b
Mol
4, HEE
H./CO.=3 |2 X Bt CTiL, RmuTFRZEIE I, &
TIXETIE N IS5 Z L1 K> TLO RN
mEL, 2RO THDLZ LRt
(=BT N
[1] #7745, . 2 51 Bl - A{EFRaE 2C10(2021)
[2] Asami et al., Catal.Today, 303, 117(2018).

50 100
40 80 _
E ... ........ . ........ . g
¢ g (- o £ _
° N 2 R
g2 NN Y Y s
g Y ) ) ) B
7 5 7 =
'2h '6h 2h- 2h-

1 CO-Hifl3R KUY LO iR
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TA10 EHAS (H52EEM - BRELENHRS

BRI ZE A= C0.OKKILIZED
B#A L7 1 ERICE T2 RFIEHEORE

LT VESTH b & B

AESUNFSER) OFd 24, -

Hr

1.% & Z %\ ZHFF L 7= (Fe-Cu) Mn filtfi: T3, LO BRI KA
AT XL —Z2HVW G DKkEIC K& L ARRAT 7 0 LRI L=, Zh

CO 2 MBI AT H 2 LiF, A—R Y 4%4’ IX. Fe iz Mn 2378 5 Z &2 K 0 IEMSRED D

INDHFENRFFETHY, FOHLIEEA LT ¢ v L7=2 &, BXOFe & Mn DIREENEAL L. M

(LOYD AT NI TH D, EF H1E, C2-Ce® LO  nIZ X DA V7 ¢ O/RFALIHIBEKRESME T L 72
BRUCIEH L, COmbiiv 7 PBLOFT ARl KHEFEXLRD,

XV LO%ED i E —EMETIT O F9t 2 D T 50 100

5. IVETIC EERR- o e | 2 M o A
fih i (Fe-Cu-Mn/AC)738 CO 725D LO A kI T £ ®- A= & _® S} C7+(otp)
BOML ShR CORNC batis e Ths =L, | 2a @ ®-g G § e
AC HENEE ThH D 2 L [2-31 2 HiE LT\ 5, N~ o] 5 T rrrrs Coaco
ABFSETIE, Fe-Cu-Mn il X 5 CO2 b | 27 E 72720 N i)
LO &R KUE T BSRA KRR O 58 L OV R O 1 2 10 g £ o
%JIIE}J—AOD%;;&K ;Ob\f*ﬁﬂj‘ L/7L\_o 8 ||I| |I| |I" III é = je= (CO2 conv.
2. 2B Hik 8 0 . . .] , 0 T = e®e=elCyicld
active pure grap! nite carbon
ﬁﬂ?\ﬁ i}x %?H {i%ﬁ CE E}ﬁ E& 7k {/ﬁ"{'ﬁz %) jj\:?jzli carbon  carbon black
T L/7,L[1] AC DA D[R 32 FEH & IR & L’C{ﬁ carbon carrier material
e Vi i /e S R O
L. AC, # “(PC), 7577
A4 NGF), 1—AR>7Z v 7 (CB)DMFEIEZ H 1
t%ﬁ?ACk@%&%ﬁotyéﬁmmﬁﬁﬁ@ " v .
FF78 SO PENS JIE S BIC S Tl R KIS w e —ho O T

Z W, Fe,Cu,Mn OILBALREFRF % 25 ztﬁﬁﬁi
EPER O RIRF IR AR AR & D 21T > Ty RO
VR T E PR DN JE o 1 U 1 & (4 B HE R B o5 -
Fe=41wt% ,Mn=12.3wt%,Cu=4.1wt% C—7E & L7, 20 g y
BB E T 300°C,H2/CO=1 OARRAT A2 XD 15

2 R U CRUGIC W 2, FEAR 72 SR 411 10
360°C,2MPa-G,W/F=2.0g-cat - h/imol, H2/CO,=3 & w w w
L7z, O#rid4 4 > » GC-TCD, GC-FID TfT 0 e omrce  ecovs

ST,

e C1(p)

S i dubed. X
30

(o)
o

kS
S
Hydrocarbon distribution[C-mol%]

#rxrr C5~C6(o)
C4(o)
i C3(o)

s C2(0)

Do
o

e Ame CO; conv.

(&)}

CO: conv.&HC yield[C-mol%]

- a®es o HC yicld

]

3F%i§i@@ﬁr%r A 2 ¢ PR RIE R 2% SR R T R 1 E T
PR i o [%% k)

1 (287 & W ) Dife

%ﬂ:ﬁ‘o %ﬁfj:é}T;:;icﬁﬁ{;%)ﬁ?:tigﬁigffi@in% [1]Asami et al., Catal.Today,303,117(2018).
/g) ,GF(18m2/g), CB(16m2/g)<‘: . AC D 1066m2/g [2]Asam| et al, Proc.17th |CC(2020)4
LHARTOTRY 140 BFThoHICbambed,  BIPR. M. 5 50 A - AfLafm=
BALAKSRINE, LORIUEE & Brorosides,  2A15(2020)
mEWEMEEIUESHERF S, 202 &d, #HEFS
NS REOSBIMELY &, 1 —AR & OMAEH

DWEBEOTNEETHDHZ L E2RET 5,
3.2. &R OIEBAFFNAT A3 SO R IE T 522

4 212, PREBAHFIEF %4~ 7, Fe-Cu & Mn

% [RIRF IR D1k (Fe-Cu, Mn) & b LT,
Mn % JEIZHHEF L 72 (Mn) Fe-Cu filt it Cix, 7 2IZ
RALKFINER, LO BIRFK L L7z, —F . Mn
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Fischer-Tropsch Synthesis |

REXRE (B52EEH - AHbFEHwRS

ZBIT5 ALO: HEF Ru

f it oD SO ZE B DR ET

P ot

1. ¥&5

H—R =a—FI AR ORI AT T, CO, B
{L. DR 5)>5 Fischer-Tropsch Synthesis (FTS)D = EE AL,
NHIFESH TS, FTS(E 1IiX CO & Hy b irAbk
(CHy)w ZERT D THD. COy D35S 7 M i
G2)zkh co AL, ZnaFENT FTS 217 21X,
KEA~D CO, PEH EABIMEEHZ L7 AR BN
HPELTHE DV AT NVEIEERSEHZENFTREIZRD.

LML, FTS 1IARERIC i@kﬁ/\)ﬁmf%éh
PERFLDFRIEETIE B B D IRALK B Z PRI éﬁjﬁ
DLIEDRREETH T,

AWFZETIL, MBS TA %D E WO TN
FAAFENDIRIREL (Cs~Cro) & i\ W VERINE TEH LT
OO EZ BIL TS, 22T, ALOsHHE;
Rufit iz B L, Csd®IR= D m EA2 HIEL T, AlOs
FIRSCRUFTEE AR KIFE T B A R FTL 7=

nCO + 2nH, — (CH>), + nH,O
CO, +H; — CO + H,O

(EW))
(L2)

2. EB

GIRVEIZ LV ER B W% D Al,Os+H £rRufih i 4 74
U7, ARSI 2 0 2 B AL C & 5 AIO-8,
AlO-9, AIO-10, RuRTER{AIZRu3(CO) 1% VN THlifi A
TR 7. RTBEIR N R O FHZ BT, AlO-8% 4
AIZH VY, Rus(CO)12 D i, RuCls, Ru(NO)(NO3)s&
Ru(acac)Z FHV =, fdihEvE M S F A 03 6 7 PR i 2R
S E A U7, fili0.75 g& H Y, FTSESDRTIZ
H,7ii# T, 500 °CT1 hai LB Z 1T -7, Ko A
(H2/CO = 2/1)Dii f1312.3 ce/mink L, SE /131.0
MPalZ gk & L7z, FTSHAERM D56 XA 53 (C1~Cs) 1%
F2 T4 DGC-TCD, GC-FIDZ A T1 hZ &2/
BITo7=. F2, M RO ERMITKGE T 712X
HEL, RUSHE T GC-FIDIC k> TN E1T 7.

3. ERBLIOEBE

FTSAMEZ 31T DR R AT 5720, #HIKRIC
3FED T VT & W CFTSEBR %17~ 7-(Fig.1). [Fl—
IRLE 12 BT A COHRIL =R I1TAIO-9, AlO-10, AIO-8DJE
TEFLE. ZORFFNTHRF O AR MY L LKL
TEY, BHERTAIFTERAWAZLT, KR TO
i T PE A ) B U= S HERI L7, F72, Coi®B IR
AlO-8LAIO-10TClRIZDFE LN FH .

wIZ, BWEMZRLZAIO-8ZKIZ VT, Ru
Hif B AR @ % B & B & L 72 (Fig.2) . Rus(CO)1z,
Ru(NO)(NOs)s, Ru(acac)fi i3 [7%5 0 COfnk 4 7~
Liz. —, CoaB R IZ OV TIERU(NO)(NO3)s k1
EVMEZ 7R U 72, RUCls% A AR 12 B O 7= il 13 ARR,

Fakl & &

(B HBRFOER HE

Mmookl 5 W

) < &
e R 2y

(O ST = = L2 iE Ll iF A
[ AN NS T Y A VAN
REE VAL BB hoLL

RSN 3 N R 7 5

WDIEF IZE O CORME R B L O Cs i IREZ R LT,
FT-IRHIE LY, RuClafilitt Cidfth D3> fik ik & b
LT, BECODOY —I N @E Hlizy 7L TR, 7%
BALT-CIO I LORUD EIRRENRN KL, CODfi
BEA~ O RFF IR DEF A b7, _@%1%’372
CODWL A R RE S RUCI % VN Z B oD i i 8 7%
L TWDEEZBND.

W HIX, ROSHIGOMBEOF vF 72— a0 D

fili e, 3 LOMHEE LTI R 79 D o i b OF Tl
HID.

glOO-—. ‘ : ® O ° ®

> 90 o

2 80- ¢

8 o] O COconv. AIO-8 <

g 0 CO conv. AlO-9 *

5 607 = coconv. AIO-10 o

- 504 @ C., sel. AIO-8 Py

G 40] ® Cs, sel AIO-9

c

o C;, sel. AIO-10

g 30 - > o

Gé 20 -

8 101 g -

golf -+ o 0 o &

O

160 180 200 220 240 260 280
Temperature (°C)

Fig. 1. FTS IGMEIC kI3~ B IR DB 5.

O CO conv. Ruy(CO),, ® C,, sel. Ruy(CO),,

O CO conv.RuCl, ® C.,sel. RuCl,

[J CO conv.RU(NO)(NO;); @ Cg, sel. Ru(NO)(NO,),
0 CO conv. Ru(acac) ® C,, sel. Ru(acac)

_100Te

€ 90+ ¢ 3 S e

> o 3 )

g 80 1 = a [m]

3 70 o e

g O

B3 60 1 B

© 50 D °

] [ )

© 40 1

5

D 30 ]

€ 201 D O

5 O ]

© 107 H O

o} H O

O 0 T T T T T T T
160 180 200 220 240 260 280

Temperature (°C)

Fig. 2. FTS {& PRI % Ru O RIBRAZN R,

AREFZNEDO—ERIL, NEDO OFEEHELL TiTo7-
RO ETHSL. ZZICiEL2ERT5.
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K& - IRIVE—FvUT - CCU
[TA12-1A14] K%K - TRIF—F+ U7 - CCU- A—RVUHT1T)L
(4)

20224 10H27H(K) 14:15 ~ 15:00 AR (12AREE)

[1A12] NH, &R Co/MgOBRIRAD 77 LA ) BRI R DIREI(3)
OLem &F'. SR M—ER". LM B8, e XE B (1. 2EEXE)
14:15 ~ 14:30
[MA13] EEREREMZFNRB UL 7V EZ 79 RIGA RultiE o BEH
OB TN, BAER'. LUK (1.@BEXZ)
14:30 ~ 14:45
[M1A14] FEERBEMEBERIGICE D 7V EZ 7 D
OXM W=D, +H K&, MFR @AL ). BiRE (1. BfEEXZE. 2. ¥V Y—HD)
14:45 ~ 15:00
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T1A12

REKRE (B52EEH - AHbFaE®RE

NH; & H Co/MgO fllfe~D 7T 111 & @ IR R DR EH3)

O%}E{t 7= &
1. #% 5

EAGIEDORE B2 E DT 2L X —RIE O MR RIZ 1T
BAERET )L —L, ZIbiESND Hy OF|
INRA[R TdD. D78, Hy & T3/ — BT IEA
(ZRXF—F U7 ) ITHRHL L, RN DRI ET
ik - s T D HAT OB R D S TN,

NH; (4R, 10 SUERHE CRE RIS TThE Ty,

ZE\C o T CED. D &, 45, BREES T4
AT CO ZHEH LR, 22T, Fox IEINH; 2R /L
—X YT ELUCRIHT 5729, IBf0725:1F 7 NHs &
B ECCEA RGO BAF ICEFA TVVA. Zi
FTIZH A 1L, NH: B RRICEWIEEZ R IEE SRR
fikli - C Co@BaO/MgO ZHELT-. D Zoofilfilix
Bhfiblie e U CE - HE 5PED TRV BaO 2 & Tl EAETE
PEARTERO 2> THDHN, SHITHRBIEMZH
SHDITIENH B O ThH RO —FHFES
DU ZAEHET 2, KO- 5 D58 B fil A (H
HEDELIENEN THLHEEZLND. ZZT, AHF
FETIE, JVE TGO T L) 4RO
WCHEA LT, B e U Eo BRI OV TR~
2. £ B

KOH /KIAEHRIZ MgO A4 N, iR, fofdl, KI5
RN TR T 22 & THEE S, Z2iza s D7
TF AT BN K ERIERMAEL T, 20 wt% D
Co ZHIRIZEIRL, £D#%, Ar i@ [ CIELEE %
1TV, Co/KMgO %457-.

NH; & R EE [ 8 R i il 2N SR 2 & & V-,
ATALERE L TINEASR A T C H2(60 mL min™!) &%
17, N2(30 mL min™") & H2 (90 mL min™") DIEAH A%
fil g (A A & 0.1 g) ~SUBETT 1.0 MPa THELA
L7z (2 F'ﬁﬁéf“ 72Lhtg"). ARk L7 NHs [ 3HilE CTho
v 7L, BREEROEIC > TAERERZTEL.

3. WREER

PIHTOBFFEIZHNT K ORI REZ T ES, fif
RO ST LWV ST FR TORLER LY, K aﬁ
BN THIENALNE o7, 2T, Wb A
L, K #H NN ST, BILRIEDO R B E
FfL7z(Fig. 1). £, BICiRE% 700 °C 7°5 500 °C ~
KTFSHEZA, LLAEMIFIE L. L,
500 °C Thiz A 72 h ~EhiE+ LT, 700 °C,
1 h CIEITTAER LG4 LB IEEA A L2, 2t
BICIREZ T 7228 TEBRZDO K OFF &N ER
T-inizzbl, BREICT52ET, 1 h TEAR+5
Thol-& BRI, HIEMEDIK T ORE LD A
WM DOBRENRREL 2o T2 T2 ThDHEE ZBND.

BT -

¥

B

(% HEN)

MEMN hol

ﬂ<ﬂ W

RIEFL LAVnESS

ST I

<3 e

Pk e

BN, BIEAMEZ LI K ISNEET =T B8k
TE MO BRZ el L= (Fig. 2). 700 °C, 1 h B TTOHA,
K % 1 mol%ll EIRIMTAEIEEME N LZ. Zhuix
IR TR T LRI K &/ BOWD M EE%U%_

LITNZ, K OFIMEOHEINIIY Co DEFEIHEL,
IEMERNHD L TCLEST2T2D THDHEEZBND. FE
BS, K % 3 mol%UsIIL7=fifliitd> XRD /3% —>2 T,
HENTIEDLOD, K USRI 72w il cr3 @i s
MizhoTz Co® DY — I RISz, —J5C, 500 °C,
72 h IBILOE, K ISIIE 0.3 mol%lL B TIXiE N
IR ThoT. BIUIREAK TSI ETKE
HEOWBDEIMHITHZLNTE, fHEHAHI-0 oMl
BEPE DSHERF SRS B, K OB LD Co DERE TIE
PESEDAD L Ch, TEEDIR TR EE /2 o7ob Dl
HEZL TUD.

0.15
X
2 010
=
% 0.05
0.00
700°C, 500°C, 500-°C,
1 hred. 1hred. 72hred.

9
=4

Fig. 1. Co/Ko.01Mgo.900x DI TLAAF: DIEHE~DE
(FRSIELEE: 400 °C)
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Fig. 2. K IS EDTEME~D 2L,
(BSIREE: 400 °C)

0.0 05

1) K. Sato et al. ACS Catal. 11, 13050-13061(2021)
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EXREVZAALE7VE=7 5B RIGH

Ru fili MBS

1. #%8

WA, AbaREHZ b B 7 ) — v e L F—L L
TKEDEE SN TVD, Lo LKEIFITRSCERIC
TR RBDNDTD, KFEX ¥ U T WEOR
ENTWD, ZOHTH, TUE=TIIRFELEER
WERLX—F v T THDH I LR ELL OFSEA
LTW5, FEBIZT =T KB EM TR
DR KFEEBRITOMLCRIASND, ZD720, &
TEVEZR T =7 SR OBHFE DR D HIL T 5,
T =T iR 21X, Ru ANEMESBERE S LCEWy
PEREZ R 2 & IR E UCHEREME, Bk E AR
TWENE L TWD 2 ERREINTHD D, Ll
SRR TN F I b S CTH D . FEAUKITIZZAT
PR DBRRE RO BTN D, 2 THa I, il
AR L LTHEERTFED THLTVI=TU L R A
(LLF. AD) IZ#H Lz, AD 17V 2 BEM & ERNIC
BWCTU YA 7T 5B CTHRAET DREMTHY |
FERFI20 5 FUBEHENR TS, LacL, T EEK
BETIUTKK R EDRREIND 2 & ROMEF AL E
MINETe Z & AR BN ORELH KD BT
W5, ZOXI B mDOb &, A TIT AD 2K
& LU TH2 Ru il DFREL K OWERERBR 24TV N, 77
F =T RGO R LTD AD O H
PEZOWTRRET L7z,
2. EER

R A IV THES Ru il #IL 7=, Rus(CO)p &
TR FR7 T AL, £ ZIHEZINA 2 K
MR L7, R, BB A 60°C £ THIE L., BE
ORI A 7 ST, 2Dtk 80°C OIEIRARINT—
Weezi U, FHEF Ru il 21572, HARIZIIRLE D AD
(AD-as). AD % 600~1400°C (AD-T ; T'= 600, 800, 1000,
1200, 1400) CRERLL 7=H D% =, 15 D7y R fibis
7 VAR U TR K0 KLY A A
10~18 A v =il d X D3k Uiz, [EEEFbEAL
SRR TR U7 filbiii 2 0.1 g FRIE L, RTALER & L CEVL
MBI AT o7z, BSLEIE 500°C, 15 mL/min O
Ar T AFEER T C, @ooWiiX 400°C, 15 mL/min Ol
H Jiitil N AT 272, £ D%, K 5%NHs/Ar % 48 mL/min

Yty o I R R Lb7 BOA FEPLE LIFD
- = = —+h
FEBK) OBJIl T 4 - FEH EHZ - il %

THEE S, 150°C~600°C DRGSR CHERERER 21T
STy ST A DAL ERAVE B0 EH 2
TATUV, NH3 B ERARH L7,

3. BERBLUEBE

Fig. 1 124 AD Z R - Al oM RERRERAE 5
%759, RwWAD-as Tlid, 7 v E=TEAHMERMEL, fil
e L CORMEIHE VRO LN oT, FTo,
RWAD-600 &% Of RwWAD-800 % [AlERIZfilllt & L COMERE
K> 72, —J7, 1000°C LL_ECTHERR L 7= AD % v
oI b @V WERE R R LT, Fio, BERIEE
ZEIBICELSTHE, MRENR S I ET 5L
WA GNE IR o7z, RO XRD JIEDK R, AD-as
IEFEIZ Al a-ALOs, MgALO4, AIN, MgO, KCI #1722 B 1% %
Z R bhote, £72.1000°C LLETORERIC LY Al
AIN, MgO, KCl FDNHEET D 2 &g Sz, 20
FEAR LD | 1000°C LA ETHERL L 72 AD % FlV 7 il
BV WEREZ R L2 B2 RNE, BB IR TH 5 Cl Gy
ZEte KCI MEFEIZ L VIHKR LIZIed ThDH EEX D
1%, 1000°C LA CREREE L 7= AD Z R & L7-fil
BECEWT BT HEEEDE LN EE, TV
E =7 o0 ORI ELE LT AD Z1EHTE 5

FREMR B D EEZ BND,
100 = ‘_AAA‘A.A

90
S 80 ¢ X Ru/AD-as
= 07 A Ru/AD-600
S 60 + Ru/AD-800
£ 50 | O Ru/AD-1000
e 10l % Ru/AD-1200
Sm a0 | & Ru/AD-1400
T
Z 20 [

10

150 250 ] 30 - 450 550 650
Temperature / °C
Fig. 1 Catalytic performance of Ru/AD catalysts for NHz
decomposition. (X) Ru/AD-as, (A) Ru/AD-600, (+) Ru/AD-
800, (O) Ru/AD-1000, () Ru/AD-1200, (<>) Ru/AD-1400.

1) S.F.Yin et al., Appl. Catal. A:Gen., 277, 1 (2004)
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FERBMBERIGIZEDT VEZT 2R

(RAERAKS - ¥o~—HD™) OKM Wz« 43k st -

wxR o RTL

Bl b Ak mhs o A
WEFLE T - IBE HFT - B  &RT

1. %8

T URSTIIKREBEEEENEGLS, h—Rr 7V —
Thd o2, LT <k - ElE b A S Th
LD EMNBAKBXFYITELTHEBSNLTWS. =
2L, BRMETH D Z L0, MEEICX > T NOx %
N2O ZHEHH T2 L WO MESARHH 12T E=
T B R L TR AKREOR A LRI ST D.
KEF v U T EBREL WTNOA®RTYH, kFEE
BT T7 =T RIS EETH Y,
IR CRZh=RIC 2 O s & AT T & 2 il o B
ENRODOEN TS, £ 2T, o ldfilifticES %
FIN$ 22212k 7 o' =7 AR < MCH it
IRFEIG & o T2 & 72 il SO % AR IR 8k CE
T %, JEE A 7 a2 Th 5B S ER
L7z . KREtcix, Sl xs27 %
=T RSICEA L, [RIRS cE R T =
TofREE R L. £, BHENERCET ST v
FE=T RO A B =X KO T 7=~
R R T Tz,

2. RBR

xwt% Ru/CeO2(JRC-CEO-01)(x=0.5, 5)IL & 121k (F&
FERAEE) 12X 0 R U SRR I E R R
WA g2 AV, O A% GC-TCD(GC-8A,
Shimadzu)lZ & 0 7087 L, 7 v & =7 /o ff i % 5F
fili L7=. JEMERBRATICIE ArH=1:3 (240 SCCM),
450 ‘C,2h DM TKFETCLI 21T > 72, BT
ANZIE 5%NHs/Ar & vz, il kit & 355-500
pm (ZHERL L7 b O & OSBRI LTz, SIS
FEI 6.0 mA(0.21 mA mm2) D B & it & fil I | 237t
L, 20O & XOINVEELEITN01KV ThoTo. £z,
SRR L 3 i 5 Jog | (B B AR & ik, S 8 CHINE
L7-.

3. WEBLUER

5wt% Ru/CeOn & N T2 1EPERER OF5 SR % Fig. 112
R EHEIINC L0 RIRIRIC B W T T =T 5y
FRSOGDMEHRE S LD E VI FERBNE LN, FT,
0.5wt%Ru/Ce02 & H W CIEMHRER 2171y, Fig2 I
RTTL=vRATay MEERLZ. TOMRKE, &
LHUNREIAREIR T L= X7 v v R %
ZEOEH S, 100-200 ClZBWT, EEKTIC
FOIEMEDR M B35 &0 5 FRR RN S b7,
TN EHPORRILESL T V=T ARG TDH
WEENTIEY Y, BEHANREORR RIS A T =

AL BNWTCIEEZRETHIEERK - THDHR
IR SRR, WS AR 7 RIRE CHEn4 2 2 Lo &
DIEMERF ETAZENRHLMNIIILTWA. L2
Do TEGT VE=T DISICB T HEREHR
BN RE LS G LT A= R LN
HELTTWB EEZBN, FOMIIZRIT TE A 72l
PRI EC o SRR A T o T

100

(o] o ©
® withEF 8~ e
80 |-
° O without EF
® 8
< ]
o
o
3 60
g
8 P
et 40
[ 4
z - e 8
®
20 |
80
0 s @ 1 1 1
0 100 200 300 400 500

Temperature / °C
Fig.1 The temperature dependence of NHs conversion
with Swt%Ru/CeO catalyst.

45 |+ 300°C

35

10007 /K!

Fig.2 Arrhenius plots for NH3 decomposition rates
over 0.5wt%Ru/CeOs.

1) R. Manabe et al., Sci. Rep., 6, (2016) 38007.

2) R. Manabe et al., Chem. Sci., 8, (2017) 5434-5439.

3) K. Takise et al., RSC Adv.,9, (2019) 5918-5924.

4) K. Murakami et al., Catal. Today, 351, (2020) 119-
124.
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K& TRILE—FvUF - CCU
[1A15-1A17]1 K% - TRIVF—F+ U7 - CCU- N—RVUB1D)L
(5)

Rk BREEERT)
202210827H(K) 15:15 ~ 16:00 AR (12AREE

[1A15] H,5FEIS FTO CeO, kAT A b VB DIREFEET L& AL\ e EERIFHEA
O#itx H1'. MM =", A HE'. Truls Norby?. BIE &' (1. BEHEAKXZE. 2. 7 XOK%)
15:15 ~ 15:30
[MTA16] NiK—2 YSZEIEZ AW XS VKBSHNERIGICH(FD NIBFIRREICEET
BIREY
OERARE . XN #R'. =R X&' HFES. BLEI. EESA BRE (1. BEAX
2. 2. FTESERRT)
15:30 ~ 15:45
[1A17] EBKBSFES T CEN ZMAKZRI L S AT Nifhl FAHiE o B F
ETH ) —)UIKBESHNERIDADER
OBE D&, 7SV —h YUVsS—" BB KR AN EAR. ZHMER (1. mRERIXX
2.2 mEKER)
15:45 ~ 16:00
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H, SEKTTO CeO:XE@FTAO M M=ED
T 7L £ R ERMNBE
(RAREIAZE - AA0KED) Ol 3681 - fAE M

D E

AR

1. #8

B RPEFR 2 O T il 2 AN S A FL 5
HE FKET T h=7 AT L0 KA RS MK
IR (K 150°C) TRBRIZEITT 5, AV ek
B AERmE e N AREOEEMIZER L, £D
Pl A FT o CTE T2,

FH 6f 75 £ 23 K9 60%(Porous) & K 90%(Dense)
SrZr0s W TR A v B — & v AE Z 1T\ M s
HEOIEKZ L7-E Z A, Porous o 7L THOH
Ho EGHF RS E oW AR S, RE7 2 b
RENEBTE RN Y, AR TIE
BN IR TCL < HWLILD CeO2 Z HVWT H
FHK T CTORBT 2 N AMAREO— KR ET )V
EHEET L L CERNRERE WREICT A &
ZHME LT,

2. RER

By AR D CeO2(JRC-CEO-1) % FH U T HH G5 JE A3
K 60% DLy FEERL . NLy MIw /X bo
ARy ZIETHEAESERE R LT, Z oW
TNEHWTRRA v =X o AEICE Y ERS
EREEZRE L, 2 TOREIL 30 SCCM Dt &,
0.5V-1.5V OHEME, 1 MHz-1 mHz O J& &L 17
S T2 ABRERTNCRTLEL E L TI73K TAr &2 L.
REWAEFEL RE U, AT B SN E T
WRBIC72 D £ TIT o7, F72 20%Ho/Ar 2 VT 2
R, 573 K CAKRERMLELZ1T\V, ZDH%IZ 573 K
T Ar A=V ERITWV, WEKFEEREL, 2D
DRTALER AT - 721212 Ar F5PAS T (423 K-723 K),
F 72 5%Ho/Ar AR T (423 K-523 K) CImisJE % 1)
iE L 7zo RIT 5%Do/Ar Z5 5 T (423 K-573 K) T H/D
[FINCARZD A T~ T2, 212 5.1 X104-4.9 X 102 atm
DK EFRLFH (473 K) TIRE L O K& oy EAR T
Z Rl L 7=, 7236 HaD) RS T D7 — # 1% Ha(D2)
DA 30 o RICEER LT,

3. BRBLUER

TE AR ORE ., KBGO R
D1 R ORI EE L= RV X — DAL 73
NI Z LI BIKRBOMRERAE T U BAER L,
K70 N ARENEBLT 5 EE 22, T2 THD
FNLAZHR LY 7 e F o BN HEMZR XY U T THY
Ry BV B TREGE L TNWD Z Enbrol,
FIRF I EECGRBR OSSR, (B IIKFESEIC
EIRAFT 208, mKBE SR CIHMREE R HITD
TBZ Lo, TNXVBEENKFZREIZ

9_"_(:371%
HeiE! « Truls Norby? « BEAR

xR L

%!

KIFT 2 LB U TOREET VEBR LT,
HZ +2 *electrode 2H *electrode (3-1)
2H >"electrode-l' 2 *CeOzH 2H *Ce02+ 2 *electrode (3-2)
2H *¢eg, < 2HY *¢eo,+ 27 (3.3)
RO X SITKENASEM EIZREL, AELA
—N—ZX Y CeOr kiz7a R BAEMT D, Zh
baFE & OTAD T EE K o [TRATERIND,
PSSR b o SO L
T Py, (1—6)% Py, (1-16)2
F 72 Langmuir WS €T L % K FEOFRBERAEIC X
7w hERITE T D L RN O N D,
1
2
0=0,= (KHZPHZ) .
1+ (Ku,Pu,)?
K(3B4), GHEImEEeE X+ U TIEEDRBRA
o=zFcuk V7o b AMREE L KFE SO BRR
PEFEHLND,

(3.4)

(3.5)

1
: (Kﬂz PHz )4

oyt+ = F,LLH+K3+ 1 (3.6)
12
{1 + (KHZPHZ)Z}
. 1 1 1 1
GH+ AZKE PE
H, 'H,

(XA = Fuy+K?,, Kye: 3033 DO FHESL )
K37 &V == vs. T DBE LT B AL Ky, W
Ht sz

HT& 2, HITAL Ky, #XBOITRAT D Z & TK
FREIRT B E LR TE 5, M1 I ZEE
DIKFE Gy FEARAENE O ERAE & FHRAE O ik 2 7=,
KETNLY 70 b ARG DOIKFE AR Z E
BMICEIRTE A Z ENBHLNIR ST,

* A) Experimental Data
-~ B) Calculated Data

o/Scem’!
o
3

510 1

0 00l 002 003 004 005
Pllz / atm

B 1 RS DKy FEARAFE O EERE & G E
1) Y. Hisai et al., Chem. Commun., 56(2020), 2699-2702.

2) T. Matsuda, Y. Koshizuka et al., Chem. Commun., in press.
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Ni F—=7 YSZ il Z R A 2 U KFBKHE
RIGIZH TS Ni EFKRREICEET S5t

Lwh

Ot A

hnb 13

=, K EEL Y

TARDBD S L

XA boEB & BRI L
SHORET, AREARC, RILIEFE,

PetRgs A2, B & 1 (1. REREAZE, 2. R YT

1. #&8
KFEZ TEMICRET S HED DL LTAX
Y OKRBLRLENET HND

CH, +2H,0 — CO, +4H, AHs = 164.9 kJ mol™

ORISR ASISETH Y, HIRE OGN 2155
7T IBK UL EOERPVLE LS. SIETO
PG I TS & O EVE S R D &, D KIEC%
BHOBZH T et ALz R X —a R L
STEMENET DD, 2o ORBEEZ RIS 5729,
% X OAKIE CRBLT 28 7= e filllt 7 v & 20
B RO LTINS, Fx OIFRETIIA X
TR AR SO 33\ TR 2 ) B oo [EL R R
ZHUNT % 2 & T oMERE S M B L, KR (423
K) CTHIEMZRTZEEREALRE 2. Zhbok
1THFEIC L » T, BHANMEB S (BLF,ER) @
BOSHEAE 38 5 OB & 13572 0 | Grotthuss 4%
WX THE EAEE L7 a b NG EE R &
HIEOHRE TA X AHEL, BEEE TH D A
B DIRBERE ZREET 2 L LN o7 DI,
SEHICHIRICDED Al hF A2 R—F Lz 2
AR~ OWE Ky FENHE 2, THICEVFRE
7a N AREPNMEE S, ENEEE R LTS &0 D A
FbdHoH D, £ TR T, IEMERBROFILE
ELTKRFBLEAKAEKREZMZA D Z & THIKFER DK
fedl 2 ° L, ER IEHEIZI RN H D DD Ni K—7
YSZ Zfilfpt & U CHW TR L7z

2. RER
PEAREAEE AWV TS RMERE D Ni R—
7 YSZ il (ZroesYo.o0sNio302) Z ML L7, filid
1% 355—500 um (ZEK L, 80 mg F V> C [ E K i@
K2 CIRMERBR 21T o 7. g hicEMm A
ETFICHAL, fliEEIC 3—9 mA ORI E 2
MU Avuzxa—FE2HANCSEEFE 2T
L, il o il 2 X 5 lCERE L= AEx & A
TR IR 2 L. P ORI E S EN Y
1L 473K, Ao HD & = (LT, SR) 1L 543-673K
7P ol BB H 21X Hy : H2O : Ar=x : 60-x : 60
(x =0, 12, 30, 48, 60, =i : 120 SCCM)DIEEH
A ERIEWET ATHD Ar DI (£ E 60 SCCM)
D 6 K TITo72. 2SIV ND Ni DFEFIRFEIC
DUNTIE in situ XANES JI7E & VY, RO Ni O
FIRREIE XPS HIE & IV CREME L 7.

3. BRBLUER

Ni-YSZ fillft 2 72 BALBR O St 2 28 & d 72
SR 1 & OV ER {HMERBROFE B & Fig.l 1T7-7. KK
KDIHDEM: (H/H0=0/60) Tik, SRILIEMEZ R
S22V ER TIIEMEZ /R L7z, £/ ERIZEBUVLTK
FEKEREFEESD L X (H/H0=30/30) 23 b
TEMED R o 72 XAFS JIEIZ £V 15 5472 XANES
ALY VNG, BIALVER T ZKEGNEEND &
ZI VL7 WO Ni OEFIRREILNIO, KAEKDE E
RN E X I NI foil THDZ ENRahole. ZOkE
X ER IEMEIZ SV ND Ni OB FIREENEE
T<TH ERIEWENHBLT 2 2 LR LI -
72. XPS JI7E & AV CHITLHEE LGB O£ H
FHED NI OEFIREDEAZ T T FER, HemiatE
R LToKFEEKRAREEREGZLRIEOAR OH
DOEENEIML TWD Z &N otz £72, Ni (12
BWTH Ni(OHp OEIENHEMULT-Z LD, Bkl
HIZ X > CEREOKBENSEMLUER 7 2 b AE
DEEINTZZETERIEEAM ELZEE LN
59,

Open : without EF
0 Close : with EF (about 1.5 W)

Pretreatment H 2/H 2O
@ 30/30
S L% e 30/30
'5 60/0 é
z v ;
5 10 v 0/60 ;
=
S}
o L
=N o
O st 2
. 0/60
Do
e
0 L=z Lz !
500 550 600 650 700
Catalyst temperature / K

Fig. 1 The result of activity test with and without electric field;
catalyst, Zro.6sY0.0sNi0.302, pretreatment, Hz: H20: Ar=x: (60-x):
60 (x=0, 30, 60); amount, 80 mg; flow, CH4: H2O: Ar=1:2:7,
total 120 SCCM; furnace temp. 573 - 673 K.

1) A. Takahashi et al., RSC Adv. 10 (2020) 14487.
2) Y. Sekine et al., Catal. Today, 171(1) (2011) 116.
3) R. Manabe et al., Sci. Rep. 6 (2016) 38007.

4) K. Nagakawa et al., RSC Adv., in press., doi:
10.1039/D2RA04974K
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ERKEASAFTHI T TBRBAERAKZTTELX S/ FRE
Ni fBFREDBAZREE TS / —ILKESHERIEADEH

fz&b FRLPES
GRTR* + 5O A ORRIES % * - Arayawate S.* - JRHS

1. %8

FAEFRERIR AT LI KSEMGIEE LT "4
VAR TELNDTH ) — VKRR DEESE (= ¥
J—ILIKERR L. Steam Reforming of Ethanol, ESR)
FOGDSER SR Tnd Y, ARUGTIE, =4 /7 —/Loflit
KEEFM THHT VT B ROC-CHEARIZAC LD, £
B b —BRALIRFEDER L, AR A ¥ v ORKERSGE
Bt &KW A7 B RUGDSHRRREICE D, F DTz
W, filiEeBRE S LTI, C-CREE DB L kK
EHeZAT 5 Ni Rz bcRF s &7z, &6
(2, IRFBATHOIH] & BV KFINERE EHT D 72012
1L, 500 CLLEOKEKFEHT T CRIGEETSE D
VERSH D, LIER-oT, Ni BAEESEE L, R)E
Hr HAMHIGE & MK B2 E MR N T kb BT
Wb, Ziucxt L, H#FgEE i, Silicalite-1 (MFI
YA T A b, S-1 LBEEE) O—KRIF-RIT Ni {8k 7 [
ELSET-, B4 T4 SN NI Skt (Nies-1) &
B LCWD 29 SBITRFZECIE, AZ D RT A
74— U RISISR LT, R R ENT TR
MR EME 2 2 L 2 NS Lz Y, AWFZE T,
ESR I L B mEsh=kFEEAZ B L L, SOGNEE 500~
800 COHIE F TSR Z M L, NEMEEIKE
AERIENE & fE DM KBV TEVEIZ 52 2 BT DN T
Bt L7z,

2. EE&

Ni fohiF%2 B AT A MRAPUCEE(L S 7 il
(Ni@S-1) 1%, Ni fED 7 4 a3V r— R & HIEMAE LT
PR~ hEED 742> U hr— 24 T4 e
FEHRICHEN L, 100 °C, 72 h OKEVFR A fiEd = &
T Ni@S-1%2157-, F7-. il LT, SiRIEICK
D Ni Bk %247 A MR- R L 7= Ni/S-1
BT, BREEOPERATIE, XRF JIE (SRR | N,
Wi e REFLASFE, Rifi) . XRD JIE GRS dat) |
Ho~TPRJAIE (N1 FEETIRE) . TEMBIES (Bmhi 148 12 &
Y Fh 7=,

Ni@S-13 LN Ni/S-1 &Mz vy, ZBRpE@E ~. &
JE & R TR RS g 2 CESR a2 2 L=, X
RN T DR LALER « 3B TTAER 2T o 721k, =X
J—IIKEHE (S/C = 1.5) 23V v URATTRIEG
FHCHG Uie, BOSIREEIE, 500~800 ‘CTH Y, ARk
I AT A » GC-TCD, FID I T, E&EL1-.

3. BRPLUEE

XRF HIEIZ L0 . JH8L U 7=l MSA TR D4 JEfH
FFETHL Z L EMER L, £z, fikiito X #RlEr <
H—IMFLBAT A b &—F L., BRWEERTEND
BATA MIHKT B0 7 vflORELHER L
72, 850 Cimiciefiliitod TEM BEHEE (Fig. 1) XV,
Ni ki F D E LRFTIE. Ni/S-1 Tl S-ThiFFh 0.
Ni@S-1TCIL S-TRIF-NECH Y | VBRI FRI%, &

ERIN=N ]

* o KRR - S

B

Hill*

~

g

MNODHRT
'ﬁ\*

\

1 wt% Ni/S-18s50°c Rtk 1 wt% Ni/S-1800°CRG#& 1 wi% Ni@S-1ssocillk || 1 wi% Ni@S-1800°CRG#
&MuFE: 7.0 nm SBWUFE:9.2nm SMEFE: 4.1 nm £EUFE:4.4nm

Fig. 1 RURBEMROMEE () Ni/s-1, (F) Nies-1) O TIMER

500°C 600°C 700°C 800 °C
100
s o B CH,CHO
— — 80 ----0 -==:0 3
g BE B CH,
ﬁt O, 60 ') co,
=
X W o o d mco
K -O- K& E
o LB
%'\ %‘\ %‘\ "o’\ "o’\ "o’\ "o'\ "o'\
VO Y @Y @Y @

Fig. 2 Ni/S-1, Ni@-1 % v 7= ESR RISz %
PRIBUNER & ARV (RISHEE =4 h)

NENT0 nm, &4.1 nm TH-o7z, H-TPR HIEDFEF.
Ni@S-10> Ni FRE TR IFTHITE0 CTTH o712 LV 5,
FRERERE A LTz NI FlIE, AKBAERURIZ 7 4 1

Vor—hELTEATA MRIFHICEEL S, &
W K> TR L LT & B 2 HiLb,

Ni/S-1& Ni@S-1% v T500~800 °CTHEHi L 7= ESR
BOSHRBRRERZ Fig. 20279, 700 CLLEOEIRSM
T, OSBRI ERREEICEE L, i i I 3IE
[ UAERRIIN R 22 LT=, 500~600 °C Tl Ni@S—1fihik:
I Ni/S—1fphftt & e TE VKEINR 2R LT, 2T
YA T A FONEZIRIZE Y Ni ORRiF-IRRESHERF <
NFET=DTHD EEZBND,

WIZ, 800 CTHEM L 7= ik Otk L v ik
KRR IRBHR T O D22 EME 2 5 L7, Ni@S—1fik
DY AT A MiEitE% XRDIE. 38 KON
MOFHli L7z & 2 A, RIFEOENRET (14%) 2
R ST, MFAEE A HERF L TV D Z & 2l L
7o SOEOfED TEM #8122 Fig. 1) LY., Ni/S-1T
1%, Ni ki Foos 2 U v 7T LT-—J7, Ni@s-1
T, 800 ClZBNWTH I & Y v 7O R S
iz, BOSHIZBA T A b OFEREEDSHERF ST
B2, Ni ki F0 2 U o 73k S, Bz
MAKEZ EM 2R L2 B2 BD,

AMGEO TR . 36 L OIS E B IL R~
177 1 (JST. SICORP) DRI Z IV FEhi L 7=,

SEER

1) S. Ogo, et al., Fuel Processing Technology 199,
(2020)

2) BEED, B4 77 P, 36(2019)106-114

3) H. Fujitsuka, et al., J. CO, Util., 53 (2021)
101707

4) 7. F. Bian, et al., J Co2 Util.
(2017)

18, 345-352
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[2A01-2A04] K% * TRIVF—F+ U7 - CCU- A=KV UPT AT
(6)

R &R NLRRKE)
2022410A28H(%E) 09:00 ~ 10:15 ARIZ (12ARHE

[2A01] [B#EF)] BEOUEIRIVF—ERIEKEDRE
ORIR &' (1. BFEAELAR)
09:00 ~ 09:30
[2A02] CO, KFIERIGHA Co/CeO,MIEA D13, 14HETTRANMENR
O¥FeR BREL'. ik Bs2'. (LE B XM BE (1. REEXE)
09:30 ~ 09:45
[2A03] HEBUEBXIR—I3 Y 1 MBAZREE LEWL CO,OMULVXE U RiE
JL— bk
OFR EF'. 7 A% WA EABRS. Verma Privanka®, JEEB &' (1. BRAAZSZMBE L2481, 2.
HEAZ T2, 3. BAAEALHRRER2RMHIR)
09:45 ~ 10:00
[2A04] —BB{LIRED\S DX VEBD 2 DIBFIV T Z D LEOFEEREDOFE
O=HMBIE'. AASF'. PEEH' (1. REBEIEXD)
10:00 ~ 10:15
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BEAREIRILE—ERIEKEDRE

1. BEBIRMLRIEKRERGTOH

2021 -8 A, A2 A, 4 AlCZENENRITSIN
72 IPCC D5 6 IaHlidEHEOH T, Wbk FEE
HIZHOWTIE, fEkk v v bh—>T M1 hord
SO LR BHEH DS 1 BT O HERIRRE (L A 1 6
TW5] EWIH Ay b—URHENT, &b, —
FEfbRFEDIrTe 5 A X e - iR ZE#H (N2O)
PEH B RIRFIC KR ERBETH D, W) T EHRE
2D 3OO ZFRIFFICHE L TWn Z &
BEEREDNZ, 25 &2, LA
DOIEITRBEOFRE E 7> TV D  WEE L THD
LR TH HHIERIZ BV T, 3EEDEA KR DE
e L COEMIZE HEETHHILAENRE, JEH]
LCHRIH - RBET 2 Z L1k, D REGI A H
FNTH U T bk B &K & B~ LR B {EE
[ZIEM 72 B 720,

— T HADALXDES LIX, 2D 9HI< %
{EEEIFRITHRAF LTV D, 2021 4 11 AREOT X
NFX—FEHZ LD &, 1 R=FLF—E LT 20E]
(27 WY 2—/LEIE10®) 3o/l B A2 HED,
Z D 4 FIRREE Z IR (BB T A « B B HL - LRk -
LPG 72 &) 12, 4 EIRREZRE (RART AKX - A
REZ) 12, 1 BIREE(FEE (F7e LTS
TAF w7 RERM I EOFED ITHNTWS, i
HFHERFFEOBLEND ERSBRETDODT T AT v
R OBEEMTE L CWD, A RET L A«
OFED LiIHMbaEIFRFIRICHH TR Y | & 72 3
PR S ETCIRT I AF v ZFIASREIT S
ZEEMESTWS, 20K H R, WERER
T D MERDAKGENEZ LT D72 DI, A TRE
TRV —FHEZILRT D5 ENME—DIETH D
25, g &V D R TIEE L - KB LA BT, F
TR EH BB KL D T A BRI D AR
RALKFZRE S M TH 5, # EEJR Ok iRk
RIS « BEFEW 72 &) & KGO = ¥ —%H
WTZRF— - YWEZEHLHEIE, HERRESFRL
EOEDL LOXKGEEEZHETE I EEZLND,

2. BIxbdcAEEAEIVOHN
TERLRFEZHEFR(LT D, L) Z TR
XF—OBLITET NS S EEEKICAR 25, BbEh
TRERWEZEL L KO3 ¥ —% T
BT HERETAZ L, = b E— DA T
AR REN, — T, REOBIEDOEDL Lt
204 27 7ML EFEMHICEEIE SN TRBY
Eik & WO RATII S bRFELZHERLL T A

L

(RRREA2) Ol %

RIRICKFEEDVLIRER S D, EH o fer— A
THRALKFBRIED LI /25D TH A 5 0, Kk
DTZRINF—%HZT 0 RT-FNALFXF— LR
BVRED 1 REFNF— LRI E T R ES
IR D HERDILAEIRN 1 IR= VX —Th HEF
RO BZREND I RNV X—LRDHNNTH
ALY T EPWTNEZ D, EHIEOEEES Z
EMTE LR O IERE W, 7272 L, EILBLRF
RCIENEIRILZ AT 28 2 H W2 25 E R
E 0 E I E R X0 RIBICEET S L@
REXRBITIERANE D REICHIBREANE 5 2
DERIEEC, KHBICEMZ W5 & & 2 RERT
DONDLN, TRVFXF—EEOB RN T XTE D
AUCHED 2 STk, UV F U AL F o EMEE
R FIREL & e L7236 BBt 6 L- 16 kg 23,
AR B R R ALK FE 350 cc + 250 g &R U= R /LF—
Jrik i & 72 5, IO RERL SRR S AU TV 5 73,
CHUTHEBRFOMIE L LT~ RV A MRS
2725 2 & CRIEFRBENEEIC /R D0, HE - A
NR—=ZATOZRF—FEEIL JAMELPED TH K
ELEDLY I BHHLDOTIER,

1REDOKTRL m3EFELVWIRILF-2FFOOE ?
LF~E=7 UFOLT A
© 2022 Y. SEKINE Ll 61L
#9927 mol=450 g
BN\ RSAR 11.4 MJ=16 kg
@ 1.73L e-fuel /SAFZE
é-ue
#13 mol=1.3 kg “52’?‘”0@3
#340 mol - -34L
=80 g BEKR (7005E) 14 4 \vy=256 g
£11.4 M) [J1a31L
=30 (20304E2@METI) #140 mol=80 g
FeREUMHESSah'EN
M HARDOKES(IAIE(CH > TIERC/ER]

B1 HEAHOKRE - EEOHLE

3. WITHHEIIhESDEH

A% BTN AERRILKFEL EH T T & D
MREIN D08, 1. bR, 20 BT A |
3.LPG (RAbfimA A), 4. EEEHBH - 2 H
BREL RETHAI,
bR, BRI L 7 &2 Aib T8¢
TV T =N L AV T (=T L
oLy s TTr e T HTYTY) RBX (RUE¥
VeXvLy) EET, InbEFERE LTERES
T AT 7 ROBINEEL R AbPER . EIES R &N
BRI TWS, b z2EDHiEE LTIE, FT
(Fischer Tropsch) & DO OB A MG 7 1+ X %
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AL THE OBIZEMELS FCC 2185 ik, &
JRAT AN A B ) — VA fRHE L TO MTO &1k, 72

ENERE L LTmbND, FT AT Tl %
— /)L CRBIZEEERE SN TEY | MTO X E
TEROBEFERNH 5,

FH A AL, BEHE TITIA L FEeA 7 4 A - L
OB ETHOWON BEIXA—A T D TR
H B =)L EDNEB D LNG DA IC k- TG &
B FRERAT7 4 A2 EH CNALBSHIFES L5
Wi A% ZBALRBEDD DARRA X N E &
ZTW ZEN—DoDF T g ThAhH, KL
LTIEEHELS MDD T ¢ G & FEE
5 LRFEOKFLTHY 2 2 NOREEBRT
IREITEIC IR R L T D,

LPG 122\ TCid, BMKEEEZ T LT 2 ke
REo Ik A TP BR R e L TR e s,
EREOABOERPFALTEY OV EST
CN bz T35 517 ) — MIESNETH 5,
C3/C4 TV v Z BRI E LT 2 FiEIT 77
NEENTW W2, HINEHBEPAEECTH D,

HEhEREL L LTl OB E L LT Wiz,
BT ER SITRBREB LIS THAD, —HT
KEREIWZRNIERDIE AL CERMOERE D
FL D, RO G EV EOLE, £ OEEIL 2.5
t CEEHL7ZIT T 800 kg % 5, 80 kg DAL FE
D10 N, KFICRANLFESTWNDA A=V EE
R TCHTIELW, BIRHKISCT R F =2 LD
RCIERRNED, Ty 7o RELRDH e B
HIZIHIZKREW, 2T A RRILAKTE (e-fuel)
ZIRET 5 2 L8 RN X BIRHIROBLE NS
HLEE LW, LR END B ERICKFIRE & B
BHhEE LCE, WikMEHN 227 MRS (CO2+Ha
—CO+H0) %4 LT FT &kEITV, K&
TCHBOBICEEFRMT T 'y M W TEME
{b72 E CRON Z @D DR ENHRETH A I,

WLZEBREHZ DWW TR R B & | KBRS &2 A T
W5 100~500 AN3EY & D \WITEYH O ZET,
FEIREE D 50~150 t, TN ZRITT 72D DMz
BrOBEEN 1 HIZHOX 30~150t THh D, HMTE
T2 DHE R RX—2E2 2B 1 D
70T t LRV, BA~20 ANFREED
V&Y % #EIT T 200 km LA T OEBTHIN - &2 B+
L g/ NI ZE R 7S T N EBAL R RE T H B, £ DR
5 Y. FrfE AT AE e Mt ZE A8 (Sustainable Aviation
Fuel : SAF) OGIIMEATH 5, SAF IZITBIAEW
<OMND Amnex 3DV I BTEATLTNDHDIE2HE
DEREMNOIED FIET EHNTHHFEER L H 5.
FT #9175 Annex 1 FiX Lt BEh B & dEql
HBTHb,

RHA% (B520AH - AHIEZFHRS)

Ak (FE-IJ-JAI
& HREX)

BHHR  (A5) PtoG/\{AX5>
JU-2LPG

E-fuel (MTG etc. >C6)
E-fuel (FT >C12)

LPG (O'0ItY)

#YU> (>C6)
(TERH  (>C12)

aH{EFIE
(37%)

HERDIERE : (LEERNS1E5NZIREIEE

IU->379
(COM5DERTTY)
NAARZABREEMFIA

CO,DEBEIFIETESNBRILKREE

2 fICREZEEMATLLLH

4, MZERFBVRELTHWS,

AT R LX =6 RILKFEEZED LTI,
[N B bR FEE NS0, A A~ A - FEIEY &
WD D2RE72 D, NA A~ A - BEFEW LI T
DNTIEFZL ORI A HH DT, Z 2 TIIHEIET S,
TRRbRFEDOBRIIE, KE 3T T2 DD HEN
Hb, SHHTTED _BLKRFELZED D72 51E,
PREEDPER & W B D W LR 7 T THED
HZEMTE, HfffE LTI LTS, LT
AR MEBZR LR —R T ITA T ED
AT 4 TRAIHMOLBLNYLIL 727, — T, BE
WCHEH L T L E o7 bR B 2 TEMICED D
DIXHEE L\, Direct Air Capture (DAC) & FEIZAL,
W R—A1IMSADELRERGFEL TR NS v
1 EB5ADZLRHE (1 b)) ZEINATRETH 5,
BURE S CITETAYIC b = 2 FAIC B BLFER Tl e
AN

5. F&®

SRRSO RIRAT AN F 12 F R ERRICFET D, L
DURRNG HEKE WO WE L L THDEMUTR
IZBWT, KitrD BIRDOEE Th DA EPRITH Y
el 5 2 EIIKFEOR R GIXRER S 5, T
ENNP LR TRLIME DT LX—ThH DK
Bt E VT, M BB TH D (RS - WG
T - K - BEIEM 2 JT, BALD KRR VWEED D
DERRALKRFEEED T2 L1 g &V H HT
LIEFICEETH D, 20D OHMIIRKATH
D azxhbEND, S%OPIERETEOME S AN
RO T & v b Z2TED L R oS 20 H45
ENbEZATHD,

B85 SRR

D B &R, RIEKFBOREEZZBZRNWERIA D,
T w7, 2021, 44(4), 255.

2) BIR 2, BUHES HEROKEIEDTZDOITLFEN 2
NMHRDLREZ L, (b E T3, 2022, 75(2), 85.
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REXRE (B52EEH - AHbFEHwRS

CO, KRS H Co/CeOn filt i~ 13, 14 IR H

RFTO5 & okl REE OAL RIS InoEL

(Zxﬁ)zi:th)O%ﬁ%i FEaL" Vel 5 (L sk s

1. #65

BUTE, Wik ke o EBUC AT 7o B AL A 23 %
FALLTREY, CO, LT (b5 8 g7 m
ARNEHRZEED TND. ZROFEBLZIE, CODKFE
CISIC LA G IR T e 2N BETHS. T,
K 2 7o bR A ik 7 e A CIERL /2D CO ~DZE
BN EEHSNTND. Lo, (LB ER CO,
% CO ~EBTHI LIRS Tldia<, Bk Tl filgt
Z W THIKIR CORNMIR EETH 5.

COy KT RO T, Co Rt
B& B NBRIETE WV CO, Hiafb=R% 7R, CHs 4
REEET HZENBI TS, LTz23> T, Co F
fib It D A ) D IR 2 HI I 5 2 e TEIUE,
IR TYH CO AERA{EtE CEAMPENEHRTELD
TIHRVINEE ZBND.

AL TIL Co ~DEILHEDOEEAITE R LI
FELTVY, Co/CeOy 1T In HHMTHILT, ARk
DFFRNEZ I CEHATREMEA FLH L7z

2. B

FHIRD CeO 1T —IREIEIZ TR L2, Co B
FOUSIN& R OREFRL, T X TERIETITo72. Co
HEFEE 20 wt%lEEL, In HFFEE 2T
VT NVERBILTZ. 2NN O HER SR O RIBE RIS
1%, Co(NO3),+6H,0, In(NO3)3+3H,0 % AV =,

S F2BRAZ U 7 AR e e US4 2 ] L7z

fib i 13 150 mg &L, ATALEEEL T Ha(50 co/min)ii
R T500°C, 1 hiETTafTo7. OGS AT H,
20 cc/min, COz 5 cc/min, N; 2 ce/min & L7z, F72, X
JSIREEIX 150 °C 75 450 °C &L, 50 °C 2 GC-
TCD (2> TERMAT A% 53T L.

3. fEREHELE
Co-In/CeO, il iz DT, In DFHFF BN B2 5
T NDIEME LT, Fig. 1 ([Z& o CO, #ix
ﬂ:%%ﬁ@“ In FHEFEZHINSETULE, COBa(L
RITE T LT ZEN o7, KT, In HHFFESL
0.2 wt%)5 2 wt%lZHNS®5E, 300 °C L EToO
COL R LR KIE AR N L7z, Fig. 2 \Z& o> CO

IR RATRT. CO LISMTM S/ ERiiE CH,
DHTIHoT=7280, COBIRENMENG A, CHa N
SAEMLTWZEZEWT 5. In HHEFED 2 wt%ll
FOBA, CO BIREINIIZE 100 %2727, LA
ST, In HFFEZEINSETCE, B4R D N
CH4 25 CO IZEALLT=ZEN D, ZhUZ, In D
HINZEY CO DAFNESNTZZEICLDEE
26D, 2O LT, Co/CeOy ~ In ZIRINTHIET,
R D3RI Z R ESEZLINDTEN 377
W, In & d BUBEORIER UL, [FEROZh R3]
FEEND 13, 14 HEITLR ORI RERFIL, FwEn
WA RERER L. Y HORETIE, Sn X Ge D

WD FAERL, In ZIRINUIZ5E LD AT,
70
—e—C

60 oD !
_ —@In 0.2 wt% P
% 50 In 2 wt% .
@40 | @ Indwth .
e —®—In 10 Wt%
€30
9 In 20 wt% /*
o' 20 _
O

10 | ] //

0« -2 —
150 200 250 300 350 400 450

Temperature [°C]

Fig. 1. COx #{L3RITX 95 In DURIZIE.

100 ; —
o / —o—Cold
LN VAN / —o—In 0.2 wt%
& SERN / In 2 wt%
> y /
S 0 N —o—In4wt%
= \
o " | —o—In 10 wi%
o 40 L N
800 A In 20 wt%
Q J-'I \‘.\__‘__7‘
.:,-' .JI
ol : . . .
150 200 250 300 350 400 450

Temperature [°C]

Fig. 2. CO BPRIT%FT5 In OUHIZI .
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REAR ($B520FH - BHLFHNRR)

AOENR A Z 32— 9> EEMEE L L7auy CO, D
FLWAZ L — |

5< 2

(xR Ofmis

1.

PEEET 0t 2P COH A DM TIL, YA
D 00 CO 72 ERFRET B 72012 COD oy - i
T ARFEH I EHO 2 A MEE2oTWD,
FlZFHR 21T, R A2 0 CO FEDEE, &
BhEIT A AMERZ1T72 9 auto-methanation(AM)
BGVEFE R LT D, Hy-O, DIRBES I A il g o
B2 NEINE D = 2 L X —JH & 720 . AR CHy
ZRBER 9 DN D AMER B NS S N L Bh & VRS 5
LERTHD, T LT, 2O AMBREZEHNL, &
P T IVTERE AR 2 L TR A T2 T AR A A — L D
BEHA A F I ALIEE A BE L, T OR TS AR
T2 BT A DD 21772 > TN B2,

AWFETIE, —FE AM RO EE) L 7213 Ha-
Oy BREEDOWNERINEAA T 2 )L X — 4 72 LIC/EBN T 5,
HOHSNMOB LWA X M — M &3 R LT
DTEET D, A X AL ZEREFHIZFER T 5
FLWEHL— N THY  INEHOEEH (CO,
PEHFREL : 0.4~0.5kg/kWh) 23720, FE COy HEH
O CHs BT TH 5,

I

2. EB

2.1 FlUBEFRBL L X 2 AVEERE AR B OF IR
{ETHF7Z Ni/CeO2 & Ru/CeO, DA ffEE(Ni, Ru: 10wt%)
Thbd, BERIITBRAY A TOHL0 L, #EERIEL
72 b D& W=, HERME DS A1, Ru/CeOk KD
AV —RIZIN=T1 LR (2 —V = T A N Z R
L. HOAR - BERR O TREARR T, Ml 2 e B
L THRES IR 21572, A Z ACROGRBRICIE, 1@
WO EREASSEREE AV, ek, HilERo
SO ERE TS & W CIRIE L7,

2.2 IUGHEME - fitfit DK FEEIL(500°C, 1h)fk, fil
PR IR N IR BEGK) 25°C) L 7o T2 & 2 AT,
JEEFT A (R CO2:H2:02:N2=10:46-50:3-5:balance)
% i 400~1000 ml/min TG L7=, £ LT, X
SO ACSOGEEE) U2 E 7R RBEICEE LTtk B
HARD O ke Z4E1IE L, £ D50 % Ny iz t)
DIz =, RSSO AR &0 DOIRE 2B T
HIE L7,

3. BERUVOELE

Fig.1i%. /=% L Ru/CeO filii & AV, /KFEiE
TCIR it A sRiRRRE & L, AMEINEE L s E
FITFR T AZHAE L2 & & D COMR LR, KOk
BERE N O & H D O E R L ThH D, KM
5. BB A Z A LTy B N RS & H DRI
EBHIZ240CLL L7225 TWA Z ERbnDd, COME

5L
=3

77

HnE VAL I b IEFAEAD Ny w7 ‘{ Yoo {')7’;3&4& U(Lé
PR 8L - NHE HR « VERMA Priyanka - JE3 #%

1L HKI86% T, CHABIRMEITI9% LI | (& ToFEEk
WIZBWTH) Thoto, fllEOEEIXZEDORITHF
ME L Hic B LA, CodnfbRiziTd £ &L
IR o Tz, NI E T /eb 3 &b, FUEbA A
D Hyk Oy DIRBESIGNT K0 A X AV RN BT
D ENbND, WEINEIC X 2B TR 72 A
S AT LTV D,

LT ER EWEN S D REELFE L7-2h £l
DOFET, FET A O OG22 1k L=, Z Dk
B RBERUGME IR 5 O TR IRE K T+ 5
HOO, ERFETEET EFICEE U, HEHICZIEA
MA#EFI310°C & H P #I340°C TLE L=, T DORD
COMEALRIT, —FE LFH L THHESMITHED L,
88% CTLEE LTz, Z DIREEIZIWTIX, SMAINEL G
PERINER S 72V B OB R L X —CTH N L 72 ik
DEJHETLTNS,

F72. KRR & A 7D Ni/CeO, it Z W= 34T
HLZDOX IR ECHEN A X ACSIERE L=,
MDD T= > DES HAMHEH Z L 72 < (=CO, HEH D [a]
WE), FRAHITRIEN R CHy B AN B & 72,

[1] C. Fukuhara, S. Ratchahat, Y. Suzuki, M. Sudoh,
R. Watanabe, Chem. Lett., 48, 196 (2019).

[2] #EJ, L5157, 85(5), 271-274 (2021); i,
64(1), 9-14 (2022).

Auto-methanatio

(with O,) | Normal methanation (without O,)
100 —
MOOQOOOQOQQQQQl
g 80
s o
k=l L —
s 60 10, cut-off
= [
= 1
8 40
8 Gas comp.: CO2(10 vol%), Hz, N2
201 Setting temp. : no heating= room temp.
3 Feeding rate: 1.0 L/min (a)
0 1 1 n 1 n 1 n 1 1 n
ggg Outlet part
~ 320 ||IIIIIIIIIIIIIIIIIIIIIlIlIllIll
@) ! 0000000000000
E/ 280 Inlet part
2 240
©
g
£
2
(b)
0 4 8 12 16 20 24 28 32

Time on stream (h)

Fig.1 Self-processing methanation for (a) CO> conversion and
(b) temperature profiles using honeycomb Ru/CeO> catalyst
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REXRE (B52EEH - AHbFEHwRS

“EBERFEDN DA R VEBRD=ODEFILT =0 L
R DRAREHDEE

1. 5

TRbIRSE (COp) DA K 2 (CHy) ~DZEHL (A
HF—ay) Fh—Rr=a2— T 4L T
< S DX — ORI TH D,
AL R =73 o TlE COy DUSMEDIR Z 7> & fi
R E T DA, 300°C LLE o & il fE s Ik
CHy DOEBIEIME T T 272D D, AKIR T ElEE
TR T DOBIFE 2RO BTV D, ARIFFETIX
IR TEWEEEZ RT 2 ENHM LTV HE
Ru DT 70 2 @iE i ka2 B L. AiEEMEC
FAZ TR RT A — & — (Ru JFUBHE, AlBLAEETR
DA, HEIK) DA I MG L7z,

2. FEH

EHRIEIZ L0 HHEF Ru A4 FH%L U7, Ru J5UE}
i & LT Ru(NO)(NOs);, Ru3(CO)i2, Ru(CsH702)3
AV, flix o4 R EARIC Ru HEFED 1~
Swt% & 725 KO ITHER LTz, 2Dk, itk
500°C TARFEILH L < 1M LB LT, AlBERE
MR B E R U 2 18 2 Nz, e (10
0mg) (ZSis AT A (COa:Ha:He=1:4:95, Total=50mL
/min) Z A S, AREUE % 150°C 725 300°C %
THENL 72, HASHTICIE GC-TCD % v 7=,

3. R B

F9°. % RuJFEHE % Zr0, 1T Swt% CHEF L 72
oD A & p— a UVEREA IR Lo, £ OFER,
FR APt & bl U CETAEL 21T 5 2 & T
FTIOAMBLIZ I THEWVIEERFEL L, Zhix
FEICLBLIZ LY Ru KL+ E 0BT 5720 Th D
ZEmbholz, Bt L7z RuJFEHED Tk Ru
(CsH702)3 Z #HEF U 7o A m EME A 7R L7228
R ICALE T Ru HE OB HERR S vz, £ 2T,
REAINH D 7= 1 Ru HFFEZ 3, Iwt%~ME T S
FoE 2 A, Iwt% T Ru HEOREA I S 4, C
O T 7= ) OIEMEN EFRF R O A & e L

(GHETR)

b

LOT FREESHE

% - oF ]

SA ok L o L

O=HME - 6 H

Ot

Tk UL7z, Wiz, Ak U7z ii#dset (Ru(CsH
702)3, 1wt%, HEICALER) 2RV CTHEE ORI
AR DAL 25 T, 1EITALERIF Tl ZrO,, C
€0, ALOs ZHIKE L725AIC DA Ru TR H
ST, — 7 THOEARTIL RuHFFED 1wt%
Tho>TH Ru GO MR STz, FHIKD
R EfE & Ru BEORBORREITMEE L7222 &
M5, Zr0y, CeOs, AlLO; 2N Ru(CsH70,); % i < &
BrexrmEEzA LTINS EEZLND, &
ST, RN R DD 2 2 32— 3 U EREE
B L7z & 2 A, Zr0y > ALOs > CeO, DJIETHE
EMEZ R L, Ru OB O BERHBIEHEIZ5E
SWEBEZKIFILTND Z ENRBINT, (Fig
1), & 2T, FAEE -2 L7z CO D IR A7
MAHIELTZE 2 A, miEtEZ R L7e RuW/ZrO;
R RWALOs Tl Ru ¥ MIWAE L7z CO FEAHE
LI NT=DITKE L, ARTENEZR Ru/CeOs TIFHEL |
I2CO & LTHAET D Z oz, ULk
s | fHER Ru filfliEd 2 % x—3 a2 U EMEIE Ru
JRBHE, ARBHALERIRPE A, AR <KFE L, 2
NHIE Ru o BECREIRBICEEL KT &
DR STz,

100 s}—-{z——sz—ﬁ—ﬁ—ﬁ—ﬁ—ﬁ_ﬁ_ﬁ_ﬁ%@éﬁ_ﬁr{i{umﬁ
| —oRuiZro,
O . RulCeO, .
. ——Ru/ALO, —"
E 60l —o—RulTiO, O/
o —o—RulSIiO, /
2 ——RulY,0, O
= 0 /
=40 . /j
(3] /j
o (1) o)
20 / ; ”—‘/ /
=
N
150 175 200 225 250 275 300
Temperature / “C
Fig. 1. & R7% 3o CH.INE D HE,
LB SR

D Jiajian Gao et al, RSC Adv., 2012, 2, 2358
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NBEAAEA BHFS REAR (B5206H - BBEZERS

K& IRIVF—FvUT - CCU
[2A05-2A08] K% * TRILF—F+ U7 - CCU- A=KV U AT
(7)

EREEA ZHRGNKT)
2022410A28H(%E) 10:30 ~ 11:30 ARIZ (12AREE

[2A05] GEERNDBRRIBEH X D5 DKFEER
ORnH ', IRE B8, Mg R, ABEA'. @' K& —A% E-L BREBLE (1.
ILRIEAS. 2. EEIRAHEEE)
10:30 ~ 10:45
[2A06] X5 VEENERIG—BICHARICHS (TS 7IL=FRMME—
O B, Al B M XF (1. tRIEA? IXEREMESIZ OIS L, 2. 1tR
T¥AY ITZSRSALE IO S L, 3. LRIEXY N1 ABELZER)
10:45 ~ 11:00
[2A07] X9 VEENERIG -1 X5 OFA-
OF|E B4, B E—. FIB 7 (1. tEIEAY IPSREMESIZ OIS L. 2. 1t8
T¥AY T2ERSALETOT S L, 3. ERITEAS N1 A BRELZER)
11:00 ~ 11:15
[2A08] X5 vBEENERG —HEFHNIDEE—
Ol ', SRl E—°. FIB R (1. LR ITEAPAZRIZAEN I 2SRERES TS 0
5S4 2. hBTIERS ITXSEREALZETOTS A, 3. BT RS N v ABELZER)
11:15~ 11:30

ONBHEEAN BHFER



2A05

REA: (B520FH - AHIEZEHRSR)

ILEFEROIRRFEH R 5 DKRER

bown X

I H A EL

BhEE 0T

ER IR - AUfpESLEEHTERERE™) Ot Bt - S b e - M SCpR -

T sk

ARH BN -

Ip I OHDL BBb0 hil L Fuvnh

TIE Zh0AH

W e KR —A® - AR E— 8K B

1. #=

TR & BT DR ARES A E A & iR
IRFBINE FIVTODFEDNZ D, BIEIZ OO AL
IR 2 & LRGSR TWD, A X 0T,

HERIEIR VAR I HiREED 20 (5L ETHDH Z b,

TRIRZ b BT =B OABES A % K9, =xrL%
—EPRE L CORMMADBRIESN TN D, A X EHCESK
& MR, CHy — C + 2H) "1, AKSEAERkE LT
STND AL LR RUS (CHy + 2H,0 — €O, + 4Hy)
LI Y, TIVIRFBOARRESED 2 L7 AZ NG
KFBEERT AT 5D, ZORE, BRSNS REIT
F 7 H1—R (NO) Th YRR LRI 2 &
WTEDH, 2T, AWETIE, IREENOIRRAET A
Ze V2 DVR (2 K DKRFEAERUT DUV TR AT o 72,

2. 3,
2.1 =kt

TESRARED A1, 2021 AR CAHBEN R ARFTERERS GERR
) & OIERFFE IO CGENETRIARD 6 #FF CERIRT

AeAT), BERIRT, Fridgdds, SRy, SERT, PR o
ISR DR ST,
2.2 FEEHE

ORI, FIEEEAR RS 2 e, il o),
PAEEZ AV G U7z Fey0s/AL0s % 0. 1 g EH L7z, fil
P2 s (N 2.5 em, RS 100 cm) DHFSTAIE L,
BUGH ADiiE: 30 ml/min, SOGIRHHE 180 min, SRR
730 ‘COZMETRIGEAT -T2, BOSHE 180 min D9 b,
HIHO 30 min [ THEA 2 &Y, 30 min $RITIERARES
ATYI B2 CRUb a7, £, IR R & ARk
HADGHANIH A v~ 87T 7ML, IR~
VINBIRSEADRH A CRHN L7,

3. HRBIUEBE

FP, FUTIRIRAREA 2 DA AR AT, FD
FER, W NOIRRMEN A A & VR ERGyTH Y, 80%
EHZ DECTEEN QO £, “BRSEITDT )
IZEENTNDEN, FUKEIOWTE, B En/ien-
7o Flo, BREGY (BHREWEHR) (TOWTHRHSN,

AR AR & a7 B OB 10% 28 2
HIEETEEN T, KT, ZHHOMREST A%
TR & To7, fERAZ 1 ITRT, HiRO7-DITHiA &
Y DHE IR AN GE B EDOE TORLTH D, VT
DWSREA A % 356 B KR O AR R T X,
Fes0s/A1505 @ DMR {EME SRR Z2E L THY 65%D A & o
HRRE R L, BOSRARORSE & U2 A & AR bR 3R~
(2B L7z, 180 min #4128\ T IR ALAD) , 151ET,
TEHT, EERT, PR OIRRAES AT 40% %X D A
KA AR L, BHEEAT OISR A1 40%% F1E]
DAL A EHRE TR U, fliA 2 2 DI SOIT A
72581, 180 min HICBW TR L2 406Dl A~ L
TWD, FETR~T= LI, FriEEA OIRIRAHET A2+
(ZIFZERH N <M S, FRIFESRED 3% A A DR
JECHRHEN T2 EnD, ZOREIZLY 40%% Fa]
BHABANCFRER LI b D EBZTND,

EBIT, BERESNRENC) TN T HENL Lz, [
I U7= NC DEARYE IR0 7 ~ oo, &
SEFEREDORER D, HEMA IS L CTHAORITE
DT Dot

SR
1) A Tada, T. Matsunaga, N. Okazaki, Trans of the
MRS-J, 33 [4] 1059 (2008).
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REA: (B520FH - AHIEZEHRSR)

A B EBESUE ROt
—R g I 31T B T L R RN gh B

GERTHK) OBFEE - HEE

1. #&
TER DK FRIE T 1t 2 THh HRKKUE LTI
—FEIZKEOKZEZHF LN DRI @B bRFEN
RIEIND, A% U EZEYCERS(DMR)IERER DK
FHUYEE L ITRAR 0 A B UG EBERSE L KFEITH
i 570, bk FEEHEHETIORFEEZRET
X AR U 7o RBITMERER T B — R CHEREMERS
BHE L COISHNRTRETH 5, BIE DMR OfEEE
2T, RS 2 N DR EGRAREE T OTEE O
MMThN TS, Tttt LTRIA S
TWDT IV FOREEIZ OV T O FEHRE 13D 720
T ZTCARIE T, T VI FEIRINL,. ThETh
DOIEMED e RFT 2179 Z LI LT,
2. &
2.1 fhEFRR
WBRIRATE L BB TR L 7=, MERRATE TIX
Fe(NO3)3-9H20 & JRFE 2 HFEINEN L 438 - Wolie 95
L TR FaOs /T NI T HEREL3 20
EIA CHERAR—/V I TR L7, TEEETIE
WBRATEICE T D Fe(NOs)s - 9H20 & JR3E & HHEN
BURFEOEBECTT A I T RN Lz, TAIFIiE
AKP-GO15 (e b#418L), CATAPAL B (Vista Chem.
#l), JRC-ALO-3. JRC-ALO-2 (filfi=> 2 FRfiitE) 4
Tz, 7272 L. AKP-GO15 [ ZHIEE 99.9% 0D i 7
JL'3IF . CATAPAL B [ZX—~ 1 . JRC-ALO-3 (%
F R T LEDEETeT LI =7 A JRC-ALO-2 1
MV EELT VI ATHD,
22 Kt
POGHEE & U C R ] 7 PR i R i s 22 1 2 ik
L. AR KSE ORIt 0.1g 232 & L T
B H A Td % CHa % 30mL/min Tt L. &l %
730°CC 180 [t S Wbk Uiz, F£7o, &M
CH4 2> 5 Ha ~OHR{b3R TR L 7=,
3. HRLEER
WBIR G IE TR U 7 e PL 25 1A TR L 7= fil
XD B ERAIEENEVEEZ R LT, INL7=T L
2 FOHTIL AKP-GO15 23N L7 A ik by
EEZ R LT, E£72. MOSORHGEMEIZ W TS
EICTRERL U7 fliEn X0 &<, IREIBICORRLL
T BB AN BRIR AR ORE S U 7= fikitt & BB 2 k3R
a4 L7-, JRC-ALO-2 Z ¥R L 7= fil i I FRIR
BB TR LS AIREEZ RS (X 1), k&
RIS TR L - Bl IS 2 /R L7z, £ ofofE

o

5 BhEEny Y

- [if] s SC PR

MOT NI FTEFRMLUEE O L T D & i RiEE
FOBEFRIZ LT 50 BRA v P ARWFER E 72>
72o ZAUTJRC-ALO2 IZE EN TV AL ARH TH 5
WMEN K TH D &5 2, WEEATE T JRC-ALO-2
ZURIN L T it D WA 3 2 72 912 800°CIZ T 4 RFfH]
BERK L. RIS C DMR 28 27272, T OREE,
FOGBREEN S 90 732G MEZ /R LR £ D%k
FEVERE UL & TS OEI T R B =(1X 2),
Z D 7= DMR IZEBWTHEFE IO 2 FLE T 5 M
MTHiHZ ENbnoT,

80
i -®- AKP-GO15
70 - CATAPALB
60 | —— ALO-3
£ | A~ ALO-2
<50
s |
$£40
o
330 11
$20
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Time on stream / min
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REA: (B520FH - AHIEZEHRSR)

AZ VEBRERIE - N FRAZ ORI -

A

Hoj~

ALRTR) O

1. %

A B EFESCE S(DMR) K FE AR & L CER
2725 TN D A K VREKSE R & ITE, g
{BIRFBEHRIAERRET A & I KFBEERT 5 K6
Thd. ZOR, EIERINDIRFEILT /) —KR
(NOWEBEMAMELE LTRIAT 2 2 e Tx 5. Fhx
1L, ZAVET DMR DRI AHA 2 2 % VLT
W73, AEl, BARRZ AL —THDH/31( 4 A
B DR &R T. NAF A X OMAT— &I
WA & 60%, —MEbIKFE 40% THDH. £ TK
FFETIE, Ni Rt L <, —@bikFELFL
T DMR JEME, oGV T E A R LT,

m

2. &
2.1 fhigt

I R X R 55 & VY NiO/ALOs DIRA L
T9:1,8:2,1:1,4:6,1:4, L 725 L O IR LT, WEliR
BVETIE, Ni(NOs): « 9H20 & JRFE D /KIS 2 ik L
IR BINENL, JRFE 2 INEV AR L Ni(OH), ZZEk L
7o, T D%, FILEW) % KBE, 110°C, 24h Rzl S,
225 M 500°C T 4 e BERL L3 L 72, £ 72, Ni(OH)2

DBERSEIC ALO; EEER— L IV CERES LT-.

22 Rhs IRANAMBUTIAA A A Z 2 LRIT CHs
60%., CO2 40% & L7z, SO EEE 13 R [ E R 8
RO EEE & Wz, AR E A RE X2 L,
FROLE AR 0.1 g % 7 < ST CEW 2. UGHTIZE
WZBUSH AT D CHy TEHL, BT 2 D&
% 30 ml/min (ZFHHET L7222, PTERSIRE £ TH-
9 2 fe Tt A %0 - IS b S 870, OSIREE
W32 L7z E RIBFICREN T A % CHy D BIRA T AE T2
VI NA AT A0 IR 2 TG S8 AT AD
IHHCIZT A7 v~ 7T 7 2R L, RISIREIC
ELERZZ 045 LT 10min Z &2 7 0 7
L, 180 F3fHl £ TIEMEORRE(LZHIE LTz, £z,
TEMEIE CHy 7 6 Hy ~DiE bR TR L 7-.

3. HRLEER

WOIZ Ni Ll L 0 2T 5 Fe Rk L D
e 247 5 728, i EOHE T DMR 1B W TETE
MERLIZE SN TWAILEETIRA 3:2 &7
55 OISR L 72 Fe0s/ALOs & MHIRATRIC LD
9:1 DIRALL THEL X 17z NiO/ALOs 2 L, JFokEH
I AN iRl & WAt oAb LT R KLY TEREL L
7oA AT A% AW TEREZIT > TfER, BAiAT o
AT AZHNWTZGE T, NiR, FeRTELS
HIEHEZ R ER NS 72 ZOBERITITIAA T H AT

'l%

Lx>5 WhEZI51nh59

A - SaTREE— B

DY

Xt

o
N

S

W’
Fox

BENLTWD HaS Az & U CIEHEFRETH D Ni,
aFe Zitfb L, KIGZEEFELZ B2 65, KRIZ
ER DA A HAZHW=TiE, IBE& 911 ©
NiO/ALOs DIHFMEIXHIL 72 23, Fe203/ALOs 1 LTH M % 7
ERRMMo o L ENR0T W Fe 1331 A0 A CE %
NTNDZELDOFOEEFEIZ L » TR S %
I TE 2o =D TIZARW ) EHERI L 7=,

FNWTAA A A AT CTIEMEER R LT Ni Afilfto
NiO & ALO; DIRGH ERISRELZ ZE X T2 & D
DMR JEHEIZOWTHRET L7, IRETAZHWT,
CO: DIHFEIEZ 10%0> HRAITHIN L, N1 4 £
X HRE LT CO240% DIAE FIZB W T, W
BAETHEL LU 9:1, 82, 1:1, 4:6, 1:4 OEAL
@ NiO/ALO: & TIZIEMZ R L=,

FOGSHREE 600°C, CO» 40%IEAF F TOIRE L DEWN
2 &% DMR {EMEA g~ 5 L iRA 1 9:1, 8:2, 1:1,
4:6 O NiO/ALOs TIFEITHR IN -T2, F77,
AR F BEE T 5 &, IREL 9:1, 8:2, 1:1, 4:6
?D NiO/ALOs IZIBAHIC X A AREDAEITIZE AL
72<, [RFEIT 0.85g LLEARKRE N, LaL, BRE
I 14 TIIAERRFE BT 0.8g A5 EIKF L=, &g,
FOGTRIE 650°C, CO2 40%3L77 F CORA LOENIC
X %5 DMR {EMHEZ T %5 & 600°CORFIZ A~ THE
MW BT 5 Z LRI, L, ARRRSE
BT A Em AR I N WIS, KIOSRE
700°C, CO2 40% 17 F TOREG L DOEWNIZ L D
DMR JEME % el 9~ 2 &I, ZERRFE R & I
T OB FER STz, E> TRIGIRE 650°CH 5
WEEZOLND.

FT2, BRI ADGHTOFESRD S DMR FUSHIZ
BIARS) & LT CO & H0 DMERL L TV DN
I 600,650, 700°C THEFE S 4172, CO DIEAEITDOUN
TITRE T AHRD CO, WA STz HolZ X » Tl
TLINTZZ LI K DERE, BETAFD CO 3R
fEFIE LT, RIAERSNTRFEOREOILE
MR L2 EICXDERAEZEZ LD, Ih
HIZE>THRAELZ CO 2 DMR IZL > TA R EN
7o Hy EAX AR ER T2 12X H0 234
ENT- EHERI L=, Z ORE D, BUSIRE 650°C
TTNEHEENRD2L, EIFEEHERFCX, Ak
FENLVIEALE 4:6 D NiO/ALO; 73 COx HFE T T
ODMRIZEDHIE L TWDHESZ 5.

4, W
AWFFEOD 3013, BHEF e Bk 3£ 5% C
(20K05218) DB Ak IZ IV T Tz,
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REA: (B520FH - AHIEZEHRSR)

AL CEBESE BN —SRAFT A DR

S EHhn

LR TK) OfEiks: -

1. #&
A B HEESCE S(DMR) I R bR FE A R &
BT AL UNBIKFEET /) =R (NC) & RS
FHRIETHD. ZNFE TiBEAZ PRITITMA X
YEFAML TSN, fEEREI T A Z PRI
AR AN —THI A A A X U EFEHT D
LEBRF LTV MERH D, ZORIFERE LTA
AF AL HPIZEEND T IRGIRFE KRG R ED
WHETAEMMAZ ATRIMTHZETRA ALY
BB UT2IRA T A& Uie. fE Ni SRl 2 fi
AL T, #2FEOTZOITAEa 2 N O
DLERAK TH 5 T2 O ARHFFETIL Fe SRl A
ML, DMR {EHEDIREHT 7.
2. B
2.1 BRI ORHEFZECREA L7zt Xk S B2 O,
W) T D Fer03-ALOs DIRELMN 3 12 L7 D &
IIZFREL U7z, Z Ofiliiix Fe(NOs)s - 9H20, JRFEF X
O ALOs(FEARAL AR 2 N %, R 36 % BV i LIk
Wy a e Rk, & O%RILEN % W5 g1z L 0 538,
KYE, g S, BAUF 2 W TZERF 500°C T 4 B
WBERL 21T\, FHRLL 7=,
2.2 RS BOSEEE TR R B E PR 8 A S S 2 8
AN, BRIE X O RS 0O H ST Al 2 2 — 12 8%
& L7, il B A 0.1g, A AP B3 & C 30ml/min,
SO IRE T 1345 SEBR IR OO S IR (700°C, 730°C, 750°C)
(22 L7205 %2 Omin & LC, 180min JHIE 1T >
7o, BOSENZENZ KA A (CHs) T L7
A (H20, CO2) % ZAZEFUSBAE 30min 20> 5 I
MU CRUGD R 21T > 7. E723EMEIE CHa 2
b Ho~Diis b & Lz,
3. HRLEER
i L= #GR AT Cox HfFE TFIZRBWT, 2 &Z v
Pl N CROUGREEIZEE L 72 R & [RIRFIZ CO2 Z SN
L7-BRIE, 1EMEZ R E R o7-. XRD ST OFEE,
PRI O EETH Y, IEERETH D Fe DMERK
LTCWRWe, EEE RS hoTo B2 bILD.
ZZTFe NHSITAEKR L TWD, KSIEEIZEL T
725 30min B L7212 CO, RN L, Z D CO» i
JE % 3%,5%,10% & L ST DMR Z17-7-. R
MEZNED COIRFEIZISIT 5 DMR {4 % LLiig
T 5 &, COIRIE 3%DUMMI BN TEGMIEL 0 &
B\ DMR JEM: 478 L7=. DMR (23T 5 JI% 5K 0
—2 & L THEMREIZ Y Fe OEEEIC K 5 KMl
DIKFNEZBND. Lol, CO» Zifsh L7ZE,
BEEENIHI S NDT-OEENRm E L EB 2T —
J7, COIRFE 5% & 10% & U L7256, IR %

INHSHH BRE 0T
X

e

%
i
=

R L72 20min PARE, TEMEDS K& KT L7z, 2.
fabf D RFEEINHILL BT Fe 23 CO2 1T L » T—#hk1tk
SNEBEDICRED T2, EERKEIEKTLEES
Z 7.

80
—@— N
7 0 B —4—C02_3%

w-”*\\“H**H*ﬂm%
50 |

40}
30f
20
10|

Conv. of CH4to H2/ %

0 B
0O 30 60 90 120 150 180
Time on stream / min

1 : CO, TRINIEED DMR JE P b

DENZ, Ho0 OATIN L 7=BEIC b RIERI SRS
L TH 5 30min FABEFZICHIMLZ. LaL, MR
IMOTENE & RE BRI SNz, REBRSME
(2T H20 728 DMR JEHEIC G- 2 L 5B i &
EZOND.ZDD, HOBEIX3I% THEES L,
HAFDOERZIT T2,

AR OFEF 5, DMR EiEMEZE /R L7 CO B E 3%
OTFIMTIFBNT, H20 DI X D DMR {EHED
BA et LTz, COx DT & [EIRFIZ H20 % 3%%
Z DMR %179 &, 80min AR, COIRE 3%DERNMN
LU BIEEDRESCNITIR T LTV o e, By &
H0, CO, /7 F TS & H0 DRI Y {5 CO,
DEBEPRE Ao,

BG4 Ofikit % SEM IZ TBISR 21T o 128, Wik
TNEE, A7 A YSHIRE & 32 NC 2 g8 C& 7=. SEM
LY, NC HEOWVHERET H L CO» DUINE
DX DI EEBR LML 8D Z EBbhotz.
SEM {4 % bt U7- /55, CO2 & IRINEOD f 56 14
TN & bl U CIRFBRENIC KB/ SRS
HHONEL ANz, 2L CoO bl & LT
iz, AR L7 NC ZHlozz2dE&EX S, 17,
ARRFBIR R E LT~ U e E I T,
AERRIRFED G/D N> Rba I L2, 203 oz &
H.O 78 & HIZbAl & LT 727-, NC ZHIY
G/D Ny R/ NS 2B B 2T, £7- G/D R
Kibz i35 & CO. DN ER{LAl & L i< an
TN & BHERITE S,

BEE AWFEO—EIL, B R B AR C
(20K05218) DB RIZ LV Toi Tz,
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(8)
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2022410H28H(%) 13:00 ~ 14:00 ASHE (12ARERE

[2A09] IV VIKFEIERGICX L THEW PtEEEEZR 9 Pt,CoBRFaE/MEE
MDEXE
OB #AR'. BHE R'. LABX. REHK—". BEE (1. 2HEKXT)
13:00 ~ 13:15
[2A10] EEIZBEINNE 0O — B840 ik RERIRE M5 I1E
OEEH #HE' . tEMR'. F5 @M. =i AE' . /1L ¥K' ERE (1. BfAELAR)
13:15~ 13:30
[2A11] CO, 75 XV AR A X H\5 ) 7k SR EE A IR 0D B
ORE AN, B4 2 I Eal'. t= mz'. SH M. SREES (1. KBEXZ)
13:30 ~ 13:45
[2A12] PHIBFE D 77 VEBYIBEZR WX T = ANIIL—E Y TIL LB COETT
OFM A", i fi'. R|E FE'. LT AR (1. KRAZAZRYT U 7 IVEERIZER, 2.
JSTEEMNF)
13:45 ~ 14:00
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REXRE (B52EEH - AHbFEHwRS

M U ARRIERISICRT L TRV Pt EBIIE 2R
Pt Co- B F & @ DERF

S L7

@HER) O

1. &5
KFEMHSOFEBUCNT, AKFEX v ) 7 OFHICH
DNEF LTS, FO—DE L TAF LT T I
X4 (MCH)/ kL ROKFEL - BikFE LN
H5B. b= hbRkFEFX VT ELTO MCH ~
DOKRFLITIT R EEBEBRA LIS Pt F 2 R % S5k
SR N AR TH D0 KR, 2.0 nm FEE D
KR T LT % plane site 73 WOl %
TR Lo L, Ptidmd HomMTh LD, D
FHEOHIENAEEN TS, Pt F /B - D4 8
BT AT TCIIEERRBIGICIRERADR S 57280, #
T R R GRS AL EAR AR TH D
BEEBILOMOT 7o —F &L LT, L7 54
BERHWERIGERRHD. LrL, &F)
K7 B CIIKFEMEEOTGEVBERE RN BN T2, KSR
LR NENB, 2 2T, KFE Tl 4R R+
EHREET R DA D HIR A A B
L7z, B&eERE oS48 B 113K EMREE Lk
LCEWEEEZ D, A LA —"—% I L Ak
KFEEBEBERICHEAT D2 & TRVAKELD
RERMET D, ZO0, REFRLK LR
TIATE R, A F~ A7 ETx L TENLT-AZEL
fRBEPERE N B E K R & C& =04 L, &
TE 72 5 B DK FACITAH 20 78 R 1A A fil it o 3%
LA

ARIFFETIE, 2.0 nm FREEIZ Y XfilfEl &7z Co T
ORI RENC PR T2 A48t d 52 & TPt/
Fr AR X 0 B ERBICE VY Pt RIS A AT
ARG AR TE D 2L A2RT

2. EB

2-1. TR LFARIF X =7 (+-TiO, JRC-
TIO16) |ZHFF S 7= 6 wt% D Co F / Ki+1Z Pt il
FRYEKERIE (0.1 wt%) Z 3 F L, 7/ RiZKim
F % Pt P THANR= y 7B LT-. LI,
Pt,Co,/r-TiO> (x % Pt HHFFiE, y 13 Co HHFFE) & &KL
T 5. E il & L C, r-TiO, (JRC-TIO16) (Z
Pt(NOs), #7512, 200 ‘CT 1 el R&UBERL T 2 Z &
T 2.0 wt% P/r-TiO, (LI#%, Ptdr-TiO, & KFLT %) b
7.

2-2. " KRFRIEBOSERER 50% Hy 77 A iftiE T,
200 °CT 1 h /AKFE&ET L7 10 mg 12 LT,
125 °CTRUGH A (0.8% toluene/ 50% Ha/ Ar) Z i L,
FOGBRMGH, 70 5% OE O T AREEZ T A7 o~ b
75 7 4 — (GC-BID)& W THHT LT-.

. BRBIUEE
Pt0.03C06.0/t-TiO, DI 4 IE HAADF-STEM IZ X V¥,
Co F kit ETPtHETOFELME LT (Fig.
1A). T2, Pt Lip-Yi XAFS, & O CO-FTIR D435
I 2 OFH L, Pt R A e DR & MR LT,
Fig. 1B |Z Pto03C06.0/r-TiO2, C0g.0/r-TiOz, M TN Ptyolr-
TiO; O M= U KFBALIE M % 7R 9. Plo03C0s0/r-TiO:

S B
FE - Wk H

bHED ES)

1

e
.3

W5 7 ESha xronh  S0F HoL
o

Pt

D b v L KFEAVEEIT Cosolr-TiO, D 27.3 5 TdH
ST-. ZORERIL, HEF Co kiR m &
(=0.03 wt%) @ Pt B % EEkd 52 & TR
T UK FALTEEDS RN ICA ET A5 E2RLT
W 5. Pto.osCosolr-TiO, @ Pt B & HIEM T Pt 7
J KAl (Ptoo/r-TiOy) D191/ CTHh 7= Pt &%
119 12 L CHR UIEERHE LN D DT, B E4mit
MATREL 72D,

PloosCoso/r-TIO,  SHNEE —

[~
a
=]

\

A Y

— 200

.

150

.S
AR
T
g

\

T
@
o

{1-4 96 jow) Apanoe ssew id

SRR

o

[ I
Cogy PloosCosn  Ptag

Fig. 1 (A) Pt:Co-HiJiL & & fil o> HAADF-STEM 4
(B) &fifiod v L IKFALEEE (BB Z 7)) KO,
PtEEHIEME ().

Fig. 2 |2 Pt HFL-A& T /i r- ORI 112 L PtE
B|HIEMEORBRRZ T, K781 Co #HE&E (1.0,
3.0, 6.0, 10.0 wt%) THil4# L, ###TiX HAADF-STEM
BIEUT X VAT o 7=, KA 1.8 nm LU R O REIE Tlhs
TEEOHEMIZE Pt B B HIRES B A E LT,
—77, 1.8 nm DL E O CITEMEIXIZIE—E L e o
7o, ZORERIT, 2.0 nm FEE YA X S 7z Co
T RLF-RIEA~D Pt BT OGS @G AR5
DOFFHIEETHDHZ L2 EWRT D, ITHETDH
R EHB O BEEMEN FE I T DL K 2.0 nm
PLEDORI T AT 5 plane site 75\l
EMEZ RS, ZhUE L= @ phenyl F28 3~4 K
TINORRDLT TN A MiFATRAEL, K
ISINEITT A7 Th 5. FHELORL -V A X FR
ABRTHLENTND ETPHEEIND.

= 250
=

N

o

o
n

—
[*)]
o

1
~

100+ ’

Pt mass activity (mol g,
W
o
F--a

o

1t5 2j0 2?5 3j0 3?5 4.0
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Fig. 2 Pt 7G4 /Wi F-ORi & & PtE &b

TEPED B,

-
o

[1] R. Atsumi et al., Appl. Catal. A, 590, 117374 (2020).
[2] K. Murata et al., Appl. Catal. A, 629, 118425 (2022).
[3] X. Zhang, et al., Nat. Commun., 10, 5812 (2019).

[4] R.T. Hannagan et al., Chem. Rev., 120, 12044 (2020).
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LA REE O 72 LI L B K& Hh o g b F
(CO)EDHENITHIERIR B L SR ZE B 70 & D ERIR
MEZBIEEZ LTWD. COor JEHEDHIBICAH T
72 & LT COx DENY, BFEREEAMT(CCS) D 8 5.
COx DEMHIEIZIE, FERWAER ¥ K ONRARIRIL A
ENIEFRINTE . LoLaeRb, Co oW
BHEBELLT I L — R 7OBERH Y
PERECE IR & JE ) ORIFINE S

Z O E RS D721, BT K D CO WL
HFENCEE Lz, Sun HiX, BHAINEZTHZ &
TRIRZEAL R 7 FEBN)D COWAETERENEL L, &
%ﬁ@ﬁcm&%%@%ﬁ:ﬁ%f%é*&%ﬁb
7. UL, ESHIENCE U 7o S AR T A AR
HTHD. 2T, ABFETIL CO DWW AT
TR AFFEE LTV B ER(LE U w7 A(CeO) I BaFd A F
F U REW S, fRx R RO BT
K DWW AE R DA 2 el L7z,

2.8

DFT #5121 Vienna Ab initio Simulation Package %
Mo, 2 #F B BT % & L T Perdew-Burke-
Ernzerhof % 7z, CeOr DNV BIONAT 7%
FLz
£z, BRI
AT ORI ROE L FEL

BIFANKEREEIX 10°eV & L2, T
IZBWTIIA Ly BT 7

YTNT— )V A )% ERE LT DFT-D3 L4 H L.

Ce D 4fBTEIZDOVWT 5.0eV D U/NT A —H iR E
L7z, F72, BEBHAIMNCOWTIA T 7 RmICTHE

B 727181 x=-0.50, -0.10, 0.00, 0.10, 0.50 eV A" D
NAEL A R E LTz, BHEET VI CeO2 (11 1)ED
4x4x3 JE L L, z il mICEZEEE 20 ASBALT,
TRBEEE L. Bt LI-ERET LTI, GHHE
T VORI
Ga, La, Sc, St, Y, Zr)IZE#a L 7= 6 D & iz,

B D k 5UTZENZIUS*5%5), (1xIx1) & LTz,

BT 5 Ce2 i 1% 71 F 74> (Ba,Ca,

REKRE (B52EEH - AHbFaE®RE

BHEBMMED
Z B R RE R
CRARFIASE) O - LR - T b
TR A LA - R A
3BRBLIVESE
FEOFER, F—7 L7 CeO: IZIEDEL#HIM
LB, RS AICHET 5 2 L CRFITREL,
BAOHERZFMULIE, AEEr L. 2, R
—/Xy N EICEGHINC L 2 WAEZRNLX—DE
BT A2 o7=. 22T, EONAELDHHERFIZOWN
THETZR T 72, IR+ & LT, \EHAINC X
m-&%ﬁﬁ@*%@ﬁlah\%wﬁLﬁm -
L TRAEM R OREELLD 3 OBEZ HD. L
FORTNEBETEDETLVEERL, KRTOE
BERRH L. R, F—Sr R LI COr - W5
MOBFBEO LT ENELD 2 ERTEARERNT
DL hotz. B, R—2XU ML HEFB
@@L%ﬁéﬁﬂ&é%l:owf@ﬁbt ZZ
T, @RIz oNnT, ﬁ?‘ﬂ“/@fﬁﬂﬁxf JE D
INEWEE, BRI OEMIAICKREL, A A
HWEMENRLS 70D 2 EDHMBINTND 2. 2D
F%Nybwﬁkkifk&%iZW%%ﬁm%%
L7z, ZTORE, BEXEHEEO/NS WG F A 1F
EWE T N F =N K E L RDHEAN R SR,
V@ COr R T T Z LA LMNE o T,

0.4

Valence
o o +2
W 035
€3 s
° =~
2l .
) 03 L
S5 =
[She%
€ & o025 — =5
3
ez
S =
< x=-0.50 eV A"

0.2 o E
L L
Ba Sr Ca La Ce Y Zr Sc Ga

(0.89) (0.95) (1.00) (1.10) (1.12) (1.22) (1.33)(1.36) (1.81)

1 BHEIINEE-0.50 eV AN ZH1F D K—s30 b

DA T F )b F—78 & BRI D BLR

1) Q. Sun et al., Nanoscale, 9 (2017) 19-24.
2) AHEE—, “FREGERE 10 JSoRBIAEER, %1
i, HUANFEARE (1967), p.788.
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1. #5

CO:2» b DEIR IR BRI, CO.D R T %2 &
BT BT TR, CODEMAMICHENRL,

CO, BRI B X, ARBERR Ve X v F T
AV 73— v RERLZH 228G S hTw b,
2R V%2 SEFIC, RJET7X<ICLY CO:
3R L (COr — CO + 1/20,). % OHEH R I filill %
EH &2 CO A¥MLRIGQRCO — C + COE R T
T LT CODERRFNEIT O KIEY AT L DFFE
ik HTz, ARIFFECIE. REBEMEMAMBICERL,

REHERES 75 X <12 & 3 CO D RED R FEI
I RN T RE & G L 72,

2. RE&
2.1 i DRR

HRICEHAT = v P @#R)E o AEROSIL®200
Rz, HEE= v 7 (D) SIKEIY) & 7R EE KRR
T RECHEMAICIN A, EEEICK D Ni & 50wt.%HH
FElL 7z —MpazlE L. 225 T 600°CT 3 h BEAL L 72
%, RifE% 355~500 pm ICEIE L 72,

2.2 FEMEER

Fig. 1 ICIGEEBERIZ KT, 77 XA~ RIGE D%
Fiid, BEEER (B0 &K DIRBEY) B X DK
(VAT MEREL. REMESICIE CO BIY
CO, DA EELPEA A(COy, 77 X~ L7 2) % {1k
WBWTEDXHICL T,

REFESG ICB LT, GEF M 0.1 ¢ & D
1.0 g DRGW % T L Tl o /KRETUHE %
600°CC 1 h 1T o 72, PRI % T E DI
BRIE LTz, RiT, 77 A2 RIGHICE LT CO it
10~50 mL srp/min, FIINEIE 14~20 kVpp T CO, 77
X ativ, ZOPET A % RFHES~HE L
Tzo IRFMEHR N 2 ORI AR E <. MK
lZ GC-TCD THHT L 72 ST o filt#5 o> B & 34
SERFFMEE L, KEWESAOICET S CO
BLPCO I L CTORBICKEZREH L 72,

Inlet

1

’
]
1
1

Plasma }

section |

Carbon capturing
section

Outlet

Fig. 1 Schematic diagram of reaction apparatus.

3. RBRHERBKLUBER

Table 1 ICIRKBHERE B L O CO, fREK %21
TRIGHORFNELRT, T, REMERE
DR BRI BT T RE 2 FAM L 72 R B X
500°CTHRA L 72 0. 600°CTIZRIGICIET L 7=, 20
FEER BRI 2. 600°CDHE1d SEM i itk
WCRIGEDIER R ERRFZ OB R b NT729,
JRFEIC X O IR 3 E S W IGE L 72 2 & TIE
PMEPN Lz EING, Ric, 77 X~ IGHIC
BT 5 COr AR DI PR RN AT 3 708 % 51 L
720 CO AZ D FFITHEWIRFRINE 13 FR L 7223,
R RR EFICEE S O HRIRE DRI D & 7%
5. WF DAL TwWE Z LICERT 3 & HEH X
ns,

Table 1 Carbon yield at various temperatures
and various CO, decomposition rates.

COHftGIRRE™ W/F RFMERE  RFRE
[%] [9-ca. Min/mol] [’cl [%]
52.2 112 400 10.5
52.3 112 500 12.3
52.2 112 600 45
28.6 45 500 26
353 112 500 4.0
46.6 112 500 12.1
56.5 224 500 22.9

¥ REWBESAQIZETEE
F 72, COy 77 X~ LI A0 6 DR FBHE 13,
BER 20 X9 A XY F T4 ) 73— VIR
HAD S DRFE L T 2 & RFRINEE
WRE o7, RKE LT, CO, 77 X~ UL =
B RA T Ui 572 0, £ COy & o
TeBRACYEST R DR H3% <. 23 R5E L2 3 W ER
BICH b0 EZT, Sth. Hy7x EOIAET A
DRFICRIC RIE T E 2 T3 2 LR H 5,

4, #E

CO, 7' 7 R~ 77 2 it # EF & ¢ 5 2 & C
CO, BERIRFALZIT O KIG Y AT L DR Z AR T,
IRFRIHERE T S00°CHHEARETH Y . fFED
ERICHEWRFBICRIZ ER T3 2 L ERTE -,

1) T. Kikuchi, et. al., Electrochim. Acta, 100(30), 293-299
(2013)
2) C. Fukuhara, et. al., Chem. Eng. J. Adv., S, 100057
(2021)
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Pt fHEFE Y 77 R b 2 A
Y I AN —r I BH COETE

<hiks ® RELEL O AHH

Lt 72< <F P x S
KB - & 28 "YORSF e - b Fol - 205 Z4n 1T aLp

1. #&

COy DI ~DEMETFIE DML N E & X
NCW5, BHAEERMEDOFTH COITA Y ) —
JVROFE & D RALIKFE DR & 72 5 7= TEMICH H
ThHbd, Ho 2 HNT CO 05 CO ZARKT 2 Wik
H A7 MRWGS) i % Bl A faf O 720 200 °C
LIFCBEEh 32 Mt & LT, Pt ZHEFL7=E) 77
VHREREPI(PYHMOoO5.,) i ST s D, 72,
AR E 77 R S BRI A R L, fik
BEC TR & R D 2 & CRRBEE T O 1) A B
TX 5, Lo, WEER TdH D RWGS St D oAl
HERITGR TIHME SRR TH 5, ZORIELME
RT D7D COy & Hy #RANTT 7 I /L L—
U IRRIHTE RN EER LI, AT Pt
HEFE Y 77 CHEBR b & O TR (~200 °C),
JER, AIfEE T, I —v s I EF A
L 72 RWGS Kt & fat L7z,

2. =R

T U 7T ALY (MoOs) % 43 1 U 72 K I
KoPtCly BTl s K OURFEZ M Z . 90 °C THFRE,
ED B TUE, BT 2 2 228D PG wi%) &
HE L2, oo BmER% 200 °C C Hy i oL %
115 2 L CTPtFFE Y 77 ViRt (PYHMoOs.y)
ERELU, oy T 7 2V —va LT
XRD, H,-TPR, TG, UV-vis-NIR, XAFS H|E 72 & %217
STz, MERSIE. WIER SOGEE 2 VN Cifti@ o
A% COyHo, Ar EYI D R 2 TIT o 72, AR EIR G I
I, ROGEEE EOARE LY Xe 77 H#HNWT
AT BB (L > 450 nm) L 72728 AT - 72,

3. BWEBLUSBE

Fig. 1 |12 Hy & £ 7213 CO, K To Mo K-
edge In situ XAFS JHIEDFEH D 6K D72 Mo OAi%k
At %~ Mo OAi%kny Hy jitild F ¢ L, CO,
Fil T TR Sz, Ko T Mo Bk
TERK S 45 B KRB D AR & W% I LT RWGS
FOBBHEITL TV D Z ER MR SND I

N—¥ 7 % Hiz RWGS KUt Tld CO, it F T
CO MAER L. £ DOAEREEITESNITIET L
(Fig.2) o ZXUX Fig. 1 TROHITZ Mo OFfFE0D il
RIZKHE L TWD EB 2 b, Fiz, AHEIRS
IZE Y CO AERFGEENHMT 2 Z &L BRI, #
177 A RIS < IR & 2 AIEE A oD A)
oo, LEOFRRIY, s Ky s
AREEAT DL Pt HEFT Y 75T CHEBIEYD
(PUHMoOs ) & FHW = r I v v —E 728D
RWGS G2 BB C& 5 2 & BIC A HEmREc &
0 COERGERE N M B35 2 RSNz,

6 250
H, flow CO, flow
L 200
©
5 <
[0
b=l 150 5
g B
[ [
2 + 100 £
4 &
- 50
3 0

O 6 12 18 24 30 36 42 48 54 60 66 72
Time / min

Fig. 1 The change of oxidation state of Mo species in

Pt/HM003.,(200) situ XAFS

measurement.
1000

catalyst during in

go0 1 —~ dark

— light irradiation
600 -

400 -

1
200

CO evolved rate / ymol-g'-h"

0

0 60 120 180 240 300 360
time on stream / min

DCOZ.'Ar=1OI1O mL/min D H,/Ar=10/10 mL/min D

Ar=20 mL/min

Fig. 2 CO evolved in the reverse water gas shift reaction
chemical looping over Pt/H.MoO;,(200) with and without
visible light irradiation (A > 450 nm).

1) H. Ge, Y. Kuwahara, K. Kusu, H. Yamashita, J. Mater. Chem.
A,9, 13898 (2021).

2) Y. Kuwahara, T. Mihogi, K. Hamahara, K. Kusu, H.
Kobayashi, H. Yamashita, Chem. Sci., 12, 9902 (2021).
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BRA A T 72k L7z CaO REE(LME G IR~ DHRHL &

CO [ ~D &

(RIEA™ - & % 8FOFRIE RIE™ - JE.

1. %8
RUGRPERETIX, S CELAZIETT iR TR
JFAT W, S5 COBR 2 K8 Lkl & 42 PE 9 5 i
RCEFRAZ 7 BNENENRIERSIND, Zhb A
T ITDREZIIE A b7 U — R ok
CLLTHMAENTWD N, IF X7 71X FeO0 &4
BNV R 2B DEF AT 71T~ T
BHRAPE L, #H LWRHEOBREN RO T
W5, BoxldiT, AT 7% CaO-Z 4B U
BOKRNEERT 5 a2 2K T L L BIC
BEMRIZE £ 555 CaO O HEZFH L 7= CO,
WHESDIEHZIT> TS Y, Bi5fF AT 7 % FEHT
L ClAEED COWAEM DGR TEIUR, IR T 7
DAENFIRIZDe % & & B I2, CO [HILITHI (CCS)
(S FE 7 CO2 W A5 B % SREAPE 0 & i 2 DR &
AR CTX D REMER H D, AW CIEfER 7 1t
ZIZKVERIFA T 7 e Ca0 REILMELIKRE S
L., &D CO W AEMEREIZ DUV CREA L 7= 2,
2. 2E&

fisdi 2 Z 7 Z 3 mol/L D X e & iV CIRfif S E 7=,
= DOV FLIE LA (Pluronic P123) Z /1 %, 100 °C
T 24 h INEVL . ZRRHE L TR EZERD BRE,
600 °C TREFK T2 = L2 LV . BE R T Vi k4e R
fi 43 % 4T AU T2 CaO-Fes04-SiOz £ & 45(Cslag CFS)
AR LTz, FERICMAZ T, 3mol/L Ofilie, Hle T
HEERICAER L., BOFEZFE L, oS
< XRD, N W fiz5#IE, TEM, STEM-EDX (2 X v 5F

fili L 7=, CO, Wi A5 PERE 1L, BAEE BT HE B 2 W,
700 °C, 10% CO./N, it F CoOalkl o &\ &2 b & H
ETH L TEME L,

3. BEBLUEER

XRD JI7ETIX, EAEMIZ CaCOs(Ca0) L Fes0s
m%®@ﬁﬂ&—yﬁ\ﬁﬁﬁmmfyf—?xy
U OBABYNCHET D E— 7 BHER Sz, N2
WA IE & 0 bR 64 mig, FHFLERIT 12
nm & RS S FEORF A Z 7 L b TEW L

REBBILORX VHIALEZA L TWDZ LN ahol,

EHlZ, TEM BT, ik F TR g
% 3FHDOKL - HBE S vi-, STEM-EDX 35 X O
FRREFTS | fEEEPED CaO kit & FesO hi ¥, FF
fa'E SiO2 & F Sy & T DR 2 BIEE S v (Fig. 1),
N0 e, BFAZ Z72EEE LT
CaO0-Fes04-Si0, HAEKRNELNT-Z ERbroT,
CO, W5 1:RE ﬂﬁbk&:é\%WX§7%%
WTHARR L7-aEH i7oo °Clz WEIZ CO % W i
HTEDH I EDHER ézhf_(Flg 2) B E&EYD

D CO, W % 0.234 g-COg T 0 . VifillE b L C
HEECHE R 2 W =38 IIE Z D &L 9 ZemE CO
ERITELNRDoT, MIFATZ 7 E2FEEE LI
Bl B L, COWAEREITH 1.2 fFicm L, #
VIR LA REBRICBT2HAHAE b ELE, 2

FULIECEOERIF 2 Z 728 E D Ca0 Al i3 Z
ST EITINA, SIO AP 7a < mEiRAE IR
AIEER I ) i — NEO AR S A
7‘_7‘_&‘)7‘_&%{ LT,

(b) spotA ﬁi’ﬁé
a " CaO

a=0.133 nm

| 101/nm
e b=0.251 nm

(d) spotC

Amorphous
o SiO,

Fig. 1 (a) STEM image of Cslag CFS and SAED images
for (b) spot A, (c) spot B, and (d) spot C, respectively.
0.30 ‘
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Fig. 2 CO, adsorption/desorption test using
Ca0-Fe304-SiO, composite synthesized from converter
slag (Cslag CFS), CaO-SiO, composite synthesized from
blast furnace slag (BFslag CaO-SiOy), and raw converter
slag (Adsorption: 700 °C in 10% CO2/N, for 150 min,
Desorption: 700 °C in N for 150 min).

1) Y. Kuwahara, A. Hanaki, H. Yamashita, Green Chem., 22,
3759 (2020).

2) Y. Kuwahara, A. Hanaki, H. Yamashita, ACS Sustainable
Chem. Eng., 10, 372 (2022).
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FHR O DIKFAERBISCR T 5

PdAg IR G~ Cr IO %R

1. =

FRLHCOOH)IX, ZAM TN 72 < | HIRT
RIETH D720, ITk - BIENKS THDHZ L0 b
KFEZRNLFX—F X U7 & LTHEINLTWVD, ¥
fez/KEX v U7 & LTHWDOIZIE, X2
IHIRIZHR L KT A LT 2 Al D BAFE A3 B &
ENTWD, Fexld, PdAg F/ ki HET I &
fifi A V) AR—F A T — 7R > (MSC) i) 5k /3 i 5

SRR TEN TG A R T Z L2 RmE L TND Y,

AWFZECIE, PdAg B4/ Kis-~DF 3 STHRIFIN
2k, E5eniEEN LA B L,
2. EBR

7R FMERG L7z MSC K EIZ Pd OREIEHA
(PA(NOs),). Ag DORIBHAAENO;), Cr(NO3); * 9H0
EDF 3 STRABMAZ FZREFF L, NaBH4 12X 5D
LB TAEITH Z & T PdAgM/amine-MSC (M=Cr,
Mn, Ni, Co, Fe, Zn, Ga, Cu)Zsi#d LU7-, filito %+
Z 7% ¥ — 3 & LTIX HAADF-STEM #1552,
XAFS HIE72 E&1T o7,

FEROFREOGIE, 3 = Lo 7 (il 50mg, 10M
DOXWEBA L, 75°C TRIGSHAToT0, KFBAE
FREDERITIL, A 2 by N W RAET A
TEEREE A O BUSBHIERE N D DT AT ) B —
WK D D KRS A R 2 JE U SOSTENE
ZRHm L 7=,

3. EBERBLOBE

X RRSZF T, PdAg/amine-MSC fififi 2
%53 503 & LT Cr, Mn, Ni, Co 2N L7= & & &k
DE ENR ST, FFZCr 2Lz & SR b3
RAUTHY | PdAg & ol U CTIEMEDKY 1.6 1A k-
L(Fig. 1), #I & — 2 A — N—4HE(TOF) = 6898 h™!
EWV I ENTZTENEE R LT-, HAADF-STEM #1537
O B RIS BUCHEFTCE TR,
EDX ~ > B2 7 /5 Pd, Ag,Cr M3[A UALENAFAE L
TNWDZ & =R AUREE—I1ZT I FHERT
T TS Z & DER T & 72(Fig2),

F7-. XAFSHIE LD | Pd & Ag i34k L TR
V. CrliX3 ot e LT PdAg 54T/ ki1
FHIAFELTWD Z ERbhoTz,

HLizo U RELEOAR

(KB A) OREFIEM » #2752 « 11 FaLE,

<
I

=

FOKBFNLANENS . PdAg B4/ Kis-~D
Cr [ tERGIZ L VU C-H #56 OBIR O MIEHE
SINTNDEZ &, Ho-Dy ZRHISIZ L 0 | Hy D
EREMEE S TND Z EnbhoTz, £7-. DFT
AR Cr BEMEMIZ LY, PdAg D& & X
D HETY T PdEDNER S, ZHUCLY C-
H G ORA, 8 XU H BiBEOEFEIMEtE ST
WD Z ERTRBEE T,
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Fig. 1 The catalytic activity of ternary alloy catalyst supported

on amine-MSC in Hz production from formic acid

Fig. 2 STEM image and EDX mapping of PdAgCr
supported on amine-MSC

1) S. Masuda, K. Mori, Y. Futamura, H. Yamashita, ACS Catal. 8,
2277-2285 (2018)
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GaO, 54 Pd F/H1 FAILE FAL M= COLKFILIZ £ HHBEE
i A

(KBEAT) O

1. #E
R T DR K FE v VT 2R RNk - TE R L, B
WIS U CEBRITKF LR ST KT FEY
AT LBRF RSN TOD, FTHFERILFMEAMEL,
BWEZEMEEZLD | PLKE LR R F—H K<
PRABA K EF YU T IRV, SHIZ i {bRFED
KFEIK(CO, + Hy » HCOOH)ZLN AL TEAHEN D,
FAEMRERKFETFLE —FX YT L THIERSNT
WD, Box ik, B T AL — B L\ WD BT 7 TR
YL IHMESR T R o FE 7R REHIEI L
SBR[ EA BRL TS, ABFFETIX, CO,
DODOXERE FIZIGTEZ: Pd T /R 725 13 fEon#k
(Ga, Al, BYDOg{b 7T A% —CREERMTHL T,
fib IS D) A RRETLT,
2. XEER

IR CTdH D g-CNy (CN)IZ Pd RIBRIE & LT
Na,PdCly KA 3 IO Ga(NOs);-xH,0 5D 13 &
TERABRRZ M2 ERAFF LB, NaBHAIZ K D
{b28 TC A2 1TV PA@GaO,/CN %5 o> fii it 2 U LU 7=,
Xt
fikiit 10 mg, Hy H A3 LN CO, H A% IMPa, IM D
NaHCO; K¥&k Z £ A LT 100 °C THETHZ LT
IS EAT > T2,

3. BWEBLUEBE

Pd@GaO,/CN ® HAADF-STEM 47>, 5nm F&E
D¥J—7pF 7R 173 CN _EICE o HE I T
LTI SN (Fig. 1a), EDX tHE~ v 7
(Fig. 1b-d), XAFS D3 #rk R L0 . Pd 7/ ki1t
R GaO, FIELTWD Z RN yhotz, FS
RS 3N T L8 13 RITE DUINT DT 4L b fibfh
EMEZ I S, FrlZ. Pd@GaO/CN 23 h @\
EEZ R L, RiE#EH Pd %729 @ TON X PA/CN &
#9 6 1 Td - 7=(Fig. 2), HD A2 #a)(Hy+Dy—HD) D
SRS TER Kup 79> H/KEBIAREZ R L& 2 A
Ga Efifilc XV IKFFHEEEN M ELTWD Z &
Mo Te, Fio, BimitE N O F 13 o E B
L Pd RIFEIZEM OARLHE 24 U W (Fig. 3). KE
AT » 77217 Tl <. HCOy O A5 bR X &
TWDH I ENRENT,

IR RS LT —F 7 L—T %0,

;11&_{ 127

Fig.1 (a) HAADF-STEM image of PdGa/CN, (c) and
(c) EDX mapping of Pd and Ga.

5000
I based on surface Pd 4540
4000 | W
3083
= 3000 A
o 2350
l—
2000 A
1000 - 756 og a2
243 7 o 294
7 .

Pd PdB  PdAI PdGa
g-C;N,-supported catalyst

Fig. 2 TON in the CO, hydrogenation to FA

Mulliken atomic charges of Pd

Electron poor ﬁ Electron rich

+0.20 +0.15 +0.10 +0.05 0.00 -0.05

Fig. 3 Atomic charge of Pd@GaO,/CN
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Tvib i Z &5 CO, EREERBTAEINLD

XEE AR/ — LA | ,

(RREEA - T A™ « BEATF™) OARR ™ - 1 T - 1] B« Jp e
. # = po R U ino T

TR biRFE (COx) DIBITTHIEMIISIT X 5 Xk
RAH ) —NVOERPEE S TWD, EILKIGIZ
BTN METH Y, KFE (H) ZRAETD
RSOOSR A S g, 9 —FT, B R
1y (RSi-H) ZHW25 CO, D& TSI L
THHENER L TEBY ., @B RE-CHH S 7
i STz, 2

AEFFETIE, B Fr YT 2k b COETITEIT
LSRRI ES & &R AF (Si) OETLH L
LCOIEREER LT, &B7 A RBITKE sxn
DFEFE « VA 7NV TRIZBW TR TE 5 AlRert
NdD, KEEARADIZFEALIT ) a L TH
D\VJ:ViE%%tUZS%%E@é 3 FHAN

BT D PEROEP RO BEEE & L TREERE
aim~m%(mwﬁg)f%wﬂ\k%%ﬂzw@
it FAES > 6 % 2 C. 2050 4E (2115 C 60-78 A 4

RN DRFABFEFEIND EABL LN TWD, D

MEFFEETIX, ¥ 7 » (RsSi-SiRs) & 5 CO,
DEIE N2 3T, tetrabutylammonium  fluoride
(TBAF) BNANRAE L 725 Z L2 R LTS
O SRS L LT, Si-Si GOl & Si-H FEo %
FCoRAE, Z 0 Si-H I LD CO, D Fe~DiETT
DHEEESND, £Z T, COETMICBWNT, ¥
V7 v LRIERIC SIS AR AT Ae R A RO
Mamatlic, 7

2. £ B

Uk LTRSS TR CHEEIN
At & DIR%ED Czochralski Hift i U o v & 7=,
OV aET VI FHEE AW TRRREL,
iz AW CRI R 2R 2 -, MSOS T, v =2
UEIZ, 10 mmol DK E I L ALEDIETID CO;
TR T, it 8 TBAF & DMSO &I Z2 0z, N
BB 21T o 12, RISOERYIE GC-MS, GC-FID
BEIOHNMR ZHWTENE - €& LT,

3. HWRBLUBE

ET. x0T v E W THEE CO, & 40
um L FIZERL L7=v U a v R E OIS EIT - 72,
0.05 mmol @ TBAF % 5% & 1 CO, B % -95°C
2T 0.5 mmol LA LD XEEO AR HER S,
—H T AMDOT =F 2 % H D TBA B Tl E4<
HAT L2l 7ok LT, 7okt o
A 7/Mﬁ)ﬁb%mwtk%%¥%®$ﬁﬁ%
BEINT, o, KERMURWES, I

R LT=XBEN COHETHD Z L ailEiRd 57
W, BCO, # WD E N L=, KINERD H
NMR 7| f#%#%éﬁ&bt%%@ﬁthui_ﬁ
B LIZKRBOY TF VO NER ST, 21T
mﬁcﬁ/7)/7_m%#éo%@m\anR
GC-MSJIFE X v, FEICBC HNEAINTNDL L
DHER S 4L, CO, MFEALIBEILEINTNDZ LN
NE T,

XD L& B L, LI AT L Af
F—hr7 L—T% T CO EEHIIR « CO, & ME
LCHEBREZITo72 (Tablel), FMmETOMER. CO;
FEHED UL T e im T 68% F Tl L L7,

Table 1. CO; conversion reaction catalyzed by TBAF
with powdered silicon as a reducing agent

TBAF-3H,0
) (0.85 mmol) O
CO. + Si + HO —  »
2 7 (powdered wafer) (10 mmol) pPMSO (2 mL) H” " OH
(5 mmol) 95°C, 24 h
Formic acid Yield based on
Reactor COz (atm)
(mmol) CO2 (%)
Autoclave 1.0 0.82 68
Autoclave 5.0 1.05 17
Autoclave 9.2 1.75 16

fil gt B & USINF| D Fc i@ bic L D A % ) — VDA Rk,
BELOBNEOEKD XPS Z3Hric 5 < SUSHEAE
B LTH, BEIZBWTHRET D,

SE X

1) W.-H. Wang, Y. Himeda, J. T. Muckerman, G. F.
Manbeck, E. Fujita, Chem. Rev. 115, 12936 (2015).

2) Q. Liu, L. Wu, R. Jackstell, and M. Beller, Nat.
Commun. 6, 1 (2015); R. A. Pramudita and K.
Motokura, Green Chem. 20, 4834 (2018).

3) M. Peplow, ACS Cent. Sci. 8, 299 (2022).

4) https://www.enecho.meti.go.jp/about/pamphlet/
(BJR = L ¥ —T)

5) S. Weckend, A. Wade, G. A. Heath, End of Life
Management: Solar Photovoltaic Panels, IRENA
And IEA-PVPS, 2016.

6) K. Motokura, M. Naijo, S. Yamaguchi, A. Miyaji, T.
Baba, Chem. Lett. 44, 1464 (2015).

7) R. A. Pramudita, K. Nakao, C. Nakagawa, R. Wang,
T. Mochizuki, H. Takato, Y. Manaka, K. Motokura,
Energy Adv. 1, 385 (2022).
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FR 2 A Y 7L & BRS R

(PEZERAN RS ﬁ%%*ﬁ%yﬁﬁfAﬁ”)
055 HOvC bA B & [ oLk MEVA Lf])’f DY & ?_‘_7' Nw)&
O N W5+ - bR 57+ 4\5@ fke AR Fnale - TS A <R PRAE .
Llf"(j.j: LA C oL gL U * [ S é‘tl., "i._x' LwATD
Fe Epber AR TEeR IR HOee - gV e
1 . E O
o OBFR Y M —7 Tk, B - BRI AT AR ooz LN o
. Zn(OAc), + phen + PhNH zq H
BOGHITEH 5 Si(OMe)s &, Zn(OAc)./phen  (phen = (:(mmzf)z (1Pm:1f;|) e Moo . M oAc
1,10-phenanthroline) fitfifz H\5Z & T, 7I & 2h Ny
(45%)

CO; BT U L& JFEETERA & L CTHifF S5
FHgH /3 A — 1 (RNHCOOR®) % EBptmaffngic &
BT b FEEARFE LM, L, ZOFETIES
W COzJES) (50 atm) & BWUGKER (150 °C, 24
Rifl]) BAMECTHY, T¥E T REMRT L0
(ISR R &2 RIBIZ W E T D 0B N b o Tz, AJE
FTIX, 2D Si(OMe)s 35 & U Zn(OAC) /phen filtft 2
WIS 2 — NERRBOSIZ DWW T, R L GHR
O D ROSHEEZ I SN L, T ORERICHES
WTHIGRZWRT 5 Z & T, USEFEO KIE72 W
FleHh Lz tx@mETs (K1) B,

2 mol% Zn(OAc),
2 mol% phen

2 mol% KOMe 2
RNH, + CO, *+ Si(OMe), .
NMP N OMe
(1 atm) (excess) 150°C 2 h H
’ up to 98%

1. 1&ECO DDA L ARRA—FERK
2. RE

Zn(OAc),, phen, 7=V > % CO IIE F TR S
52 LT, KISHHEEE UTHEE L TWzHligh b
JLR A — A Zn(OAc)(OC(=0)NHPh) (1)DRI&RE
AEE L7z, £7-. DFT 38T & 5 SRR ISR
BATo70, 61T, HEE 1 OGMEFIA & DFT &
B X D BUSKRIEERR ) B By & 70 o T s B
DIEWZ LT, FOLFRDOEITE Y AT,

3. HRBLUEBE

F£ 9. Zn(OAc)(OC(=0)NHPh) (1)DA K « HLEEIC
L7z (K2), WIZ, 1 2% Si(OMe)s &ALF &
B L, BN AA— 25252 LE2AL
2T L7, EHIZDFT #HHEDH, 2D 1 & Si(OMe)s
& DGRBS A 7 VOEREE THDL Z & R
LETR BN A FFEZ R L TRISHETT 5 2
xR LT,

B4 2. #ign /3 A — REEAHEAR 1 ORIEA KL

I T, ZOAEEME KT 57010, iR
D Si(OMe)s M L7 & 2 A, COzJ—jJ% 1 K/JEIC
BT 2% 2 ElokBh Lz (8 1, entry 1), FiW\ T,
FOG 2 ANES 5 7212, BOSIREE Z2 N THmAl o
BR#REITHT-L Z A, Si(OMe)y & Ui L CiEM: 72 1
BNr 7 A e 525 2 LB 5TV D KOMe =
KF %2 % & ISR S vz (3% 1. entries 3, 4),

X5, KOMe D BIESETH D NMP T 5 &
RIGHE v &z (F 1, entry 5), &&AIIZ,

CO: /) 1 KUE. BUSKH 2 R, BOGIREE 150 °C
EWV) UGEMET, DNV A X — N EEIEETA
D Z EITPI L. (K1, entry 6), £7o. AF
EIXTEMICHEERRY) O LE VEBITH L VL
NA—=BDOERIZHEHAFTRE TH > 7=,

K 1. DN A— PO RIS SR
2 mol% Zn(OAc),
2 mol% phen o
. 2 mol% additive J\
PhNH, + Si(OMe); + CO, - Ph‘N OMe
©5mmol)  (3mL) (1 atm) temp., time H
entry additive temp. ('C) time (h) yield (%)?
1 150 6 91
2 130 3 22
3 KOMe 130 3 62
4 KF 130 3 46
5 KOMe + NMP (2 mL) 130 3 96
6 KOMe + NMP (1 mL) 150 2 96
2Yields were determined by *H NMR analysis using mesitylene as an internal standard.
- B

AW EITIZ I —AR VYA 707 7 F 2021
EENIRBEROTIBIC L > THELNEZHEDTH 5,

- ZE TR

[1] Q. Zhang, H.-Y. Yuan, N. Fukaya, H. Yasuda, J.-C. Choi,
ChemSusChem 2017, 10, 1501.

[2] K. Takeuchi and J.-C. Choi et al., Chem. Eur. J. 2021, 27,
18066.
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K& - IRIVE—FvUT - CCU
[2A18-2A21] K% - TR F—F+ U7 - CCU- A—RVUHT1 D)L

(10)
BB AL ESIB(AUERE K )
202210H28(£) 15:45 ~ 16:45 AR (12ARHE

[2A18] BEREYNIBH X Z[FERIE 93 DMERE O X DEIBAIEEM & CO2HIB DR
S|
Okn E4'. RAE'. RE MR (1. 8AKXZ)
15:45 ~ 16:00
[2A19] “ER{LiIRFZ RN & T 3 AIENERE B AT DILRN VO SRR ESR
O kfE'. |IEEL KR & (1. ARAM AZAZREZHER. 2. KRATAKZAIKEHK
MRS —)
16:00 ~ 16:15
[2A20] A&/AIRAIRIREBSRZ AV CO,8LUT7 N UNSARBRESD FREEID
TRy bEK
Oft A #&'. B IEEL REB & (1. KR KRR BPHAER . 2. KRAYAE ALY
BEtLY S —)
16:15 ~ 16:30
[2A21] BEEKET7 =V ETOYEZER COEBEILRIG D REF
ORK AN, WA A", REEE . B/ 27, @H B2 (1. ERIERZRNPZEIMEIRMER)
16:30 ~ 16:45
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BEEVLEBEAREZRHETLHM RETOROERTREME L

1. #S

7T halhd T 5 RKEET T
MZBWT COMIBITIEERETH 5, B
FEM ARG 0 & D P T A& Ry 7T AT
DT oNTOLTEFATHEE. L&D CO,
ZHEH L, 2 DRV F—2 BT 5, +
T, I A EEENE LithoH H 729
FEET Ao ARNER CxITE
FILX— EIROHDIERE OB AN B IEE
WCHEETH D,

DME (Y X F)Lm—TF)V) 1%, BREERED 7
U—r &R0, KFEE—MLRFS (LR FE
NHIIZERTE D L) JFBHHEDEIR
IMLER SN TV A KRERBEITCH D, F
7o PERS LP WA LFEEIL TR Y | BEfFA v
T IHWNATE R LER TS,

BEFEW LB TS A & B L, DME O#l&E %
T2 57 e ANREST T, EIROHZF
FERHES O = 3 L X — [ O iR 2 %F L
THEHGTHZENTEXS, LML, ZOFRm
Y AORBICET 72 RE T REEOBRFHZ
WTIIRBRITH 5,

& I CARMFIE TIXBESEMALEE R % JFEH
L% DME #E77  bOFEHAREM: & £
NI KD COHNBIZ OV TR 5,

2. EBRKFE

BatEITOCHe>T, kA2
— & —@ HYSYSY %=, HYSYS N T
ntE AEER L, ZOMENGT T hDa
A MMEFSC CO JEHHBEDOFEEITH Z & T,
70 A ORI, R D O EBLATREM:
DOFHm L7,

3. R
% Et L 7=~ 1t A ® PFD(Process Flow
Diagram) % [X] 1 {Z/R7,

Distillation|
tower

X 183 L7=7u&2xmD PFD

GO Al i3 D 1% &4

Lk AL e hTos =iFwiL

#AT) Offis BE/E - UH fuze - i

-

np
=
7' AOGERBS X O CO HEHED
TEMERAR1LIORT, FL7T7Fa X
&5 2 12”7,

£ 1 FYuEATEFER

Raw material CO2 1690 kmol/h
Raw material H2 7500 kmol/h
DME production 781 kmol/h
DME purity 99 mol%
CO2 emissions 611 kmol/h

77 kD3 A MERIZIT Bare Module
Cost Estimation {% 2% /=, Z OHERIET
1L, BEEREE A = X T, RSB EHC
K OB EZE LT AR E T H Z & T
MOREIA NERET D, £2~T T
FERFREOTIHBEHZ R L TF 7 MR
IRARETD,

INERAWTCHRE LT T v FOE®RHE
EHR L2 AR 2ITRT I
72

#2779 bharb
Process vessel $3,811,928
Heat exchanger $5,374,384
Electronic pump $93,763

Electronic compressor $53,819,432
Bare modure cost $63,099,508
Plant construction $74,457.419

#F2L0TokvA0axt0rbL, ar
Ly —Z b EANRRbBZ WV E Do
7o F72. COHEHEIZODWTEH, a7
=D EDBEEN6ETH-T-, T
ARTaBANREFIZCEETHLTDTH D,

4, #EE

BEFEW LI T A % FAV V- DME il 7 o &
ADERF LR AT o T2, A% A TSt
D7 aEAZONTRERIC T v' 2 DKE
LEDAA L COHEHBEOHFAEZITV, 32
BLATREMEIC AN 7R Z B B 2M2 LTS,

BEIR

1)AspenHYSYS,
https://lwww.aspentech.com/ja/products/engineeri
ng/aspen-hysys
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TRRAL B R 2 IR &3 D WA ERENV R AN R O A L AR v

R DA PRI SE

£

(KBEAK) O

1. #
7 VERIIARERIAR U = A T VR RS04 0 R
SFELTHLENATWERY TF LY x— |
DJFEFCTH DD THHAZR AR I NVHR B TH
Do BUE, 73 AIERE FEHZ W TAERR
ENTWVD O RERIRICEB T 5 28D COHEH N
M E SN TERY, Rt 2B OBEN D
X, K VREAR DD T < LG RE DRSS
RKOLNTWD, TNEDOHEE L VAR TIX, o
R 2 BEED )12 D THEERIERE (L O R RME T 5
TACIRF N T AHRAE ThHE L E
p~LEEL, L-V U ABER T T v B E AR T
%L Bl AT, BIIFRICEE 2 LR IE DE
TIFBN B 22 i 2 I 2 MR H D | AR
TR 72 50 T C b m OB IRE & R o AR Rl 2
EH LU, BURERY o IFEIKFEEESE (MDH) 34/
255 NADH 77/E F CE L E U~ (R E & Kb
L L-V v AW A R T D, 7~ 7 — 8 (FUM)
% L-V > FERBLK S & ikl U 7 ~ Vg & AR
5, 728, ¥ TIZ 1 (a) (2779, MDH £ L O FUM
FHWVEEAE VBB IO TBLRERIFREE TS
T VERERRICES LTV A Y, X 1 (a) TiX. MDH
DOHfilEsE NADH M EAlCTod 512 b 2o b3 ek
JeAlE LTEINTH Y . 73 NAD A NADH ~ &
BRETHIENKROOLND, £ T, NADH OFEAE
AT BREV R R IR R (M1 (b)) Z@AH L., &
%15%&L1b)z&/—w7 > (TEOA). 7]
Ot 1Yk ﬂkbfﬁ@i%@f»74)/
(ZnTPPS) . fillft & L T [Cp*Rh (bpy) (H,0) 12 (Cp
1,2345-XHFAF N 7aXrH T =)0 bpy :
22-EE U L) &V T NAD % NADH ~ & &7t
T5 2, AKFFETIE. K1 () BLD b) [TRTK
iR S, AIRDEA N5 2 & T bk
BIORELLEVEND 7B E D Ry b TAKR
T 5 A OEERENE 7 < LIRS R R ORES A B LT-

1]||||

(X 1),
i [——— N
*r-(
i “ZnTPPS
{
: 7 'NAD )k/ﬁr '@' o)'\/\g’
!
E ZnTPPS i LJJ:I& H,0 TRILEE :
!
| TEOA, i
ZnTPPS* NADH HCO,” )l\r(
TECA tM:.in _

(a) MDHE £UFUMERULV=E JLE VB e ZEibmF
MDH: Bt el TRk BE R ERBET I TBERALEITLBERR
FUM: Z95—¢ (b) AIRAEERRINAD T L F

1. Mhrﬂakototzw: VIR EREFE LRI
IX@J T Ry N7~ IVERE KR

Cat: [Cp"Rh(bpy)H,0]**

P
ENESE

OB L FEIO5

"L -

&
H
&
T
B

[%\%
o

2. E B

E/LE V2 Na (5.0mM) . MgClL (5.0mM) . TEOA
(0.2 M), [Cp*Rh(bpy)H.0] (10 uM). ZnTPPS (10
uM). NAD' (0.5 mM), NaHCO; (100 mM), MDH
(0.70 U). FUM (0.50 U) Z&de pH 7.8 @ 500 mM
HEPES-NaOH #E#{fZ % 5 mL FH8L U 72, SONIRIE %
HHAEBIA L, K% CO, A Tt L 7=\ G IR
JE% 30 CIZL 250 W e 7T v 7% v Calfi
HAEET 52 & CRINEBLE LTz, AR L7z L-Y
VABBI ORIV NBRIIA A e~ NS T TR
WCER « i LT,

3. REREBE

R & & bIcnFRKkTH D LY o T8
BIOT7 <AL, FC7 < ViR 5 FrE %
FTCEFHNCAER L. (K 2), SHIT 25 Kk D
77»@&&%#%%&tk’6%uMi?%ML
=, ZOREFIE, MDH B X OVAT LRSI
NMTW%EWLK)MNJ%%wngMmﬁki
RN E IS L-U v TR AR L iV € FUM
DOFREEREREIC LY L-V TRk EN5Z & T
T NVBENER LT EER LTS,

200 , 50
180 | P 45
160 | 1 a0
2 140 | 13 2
~ ~
—~ 120 | 130 =
] &
m 100 | {125 =2
N 14
S 80 f {20
2 g0 | {15 7
—--L-) O
40 | 1 10
-7 IVEE
20 | 1s
0 0
0 1 2 3 a4 5
RIGESRE /h

X 2. AHRICEREN 7 < LR A AR
B LT < VBRI E DR

Bir5 L-V v O

1) M. Takeuchi, Y. Amao, React. Chem. Eng., 2022,
Advance Article DOI: 10.1039/D2RE00039C

2) E. Steckhan, S. Herrmann, R. Ruppert, J. Thommes, C.
Wandrey, Angew. Chem. Int. Ed., 29, 388 (1990)
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SEHAIAABRRBRZRAVNV - CO:ELUVTE oM E
Ea@ERSTFREOT Ry FRAK

(RBRHR"  KIEAK™ Ofik &+ H  EE"- KR

1. &5

TEMLIRFEEZEIRE L TR, AR
BT 5 CCU HIiE, KBEEETZT Th < AhveE
PRI DR O — 2L LTHEA SR TV 5,
BI)FRN R E R "I = Ay o~ L EET
DI, AHZMEZRETDZLERHY, TE b
YHNRFTT—E (AC) X WbikFEE T N
\Z B E AT REZe AR (il © b 5,

WHFIEE TIE, AC BEO 3-b R o S EEERiiK
#B%# (HBDH) % & TeBsAhhiik 2R M L, @t
RFBF LT ' b bESRERES THETH D
3-b RuXx VEEEE U VR b CARK ATRE 7 RS %
WAL L LUt S, HBDH O KAKAiRESR
NADH (I TH HIZHEH 6T AC OfitfifEH
WX VAR LT & MEEREOE TTEOSIZHEV NADY
~NEBbEND, I TARIFIE. ATEDERIAIC X
Y NAD'72>5H NADH -~ 0 r 272 w] £ ¢ B Eh /7Y
NADH fARIZ35 B L 20 AI#DEERENR NADH ##4:
#I\Z HBDH ZiRMN$ % Z & 7 & MEEREDND 3-E
R 2 S EEIR NG R FTRE 7R LR T R ORGSR L
72 (K 1.(a), &HIZ, ACB LT & MHERRE T
FrEfE L, BERKFEBLOTE N B3-E R
73 SRR DN E R AT RE A AR SR LT (X 1),
BRBIT, JRFEPR & LT HCOy Tl < kTR EHER
ARG END COLIRE L RIFEED COy: Ny IRAH
2 (15%:85%) Z X1 ORITHAT 2D Z & TR
COy T AMGEFE 3-B R U FfE DGR a2 A T2,

(a)

S ZnTPPS* [RhCp*(bpy)(H)]* NAD*
1 05 s 24
7/@ o i
ZInTPPS iR,

(a) HBDHE AW FRXTFBE 7 ¢ FERETR
(b) ACERWET £ b v ~O B REBAERG

TEOA: b T2/ —ATI¥
ZnTPPS: BT 7= ARN I TFZRNTF—F

L AEROEER IS & 2 “ERMLRFS L OT ' FrzlR
Bte Liev iy TEDEEREI 3-t B o & O ERIR A pcR

EXOD 5

2. B

7t k2 (0.50mM), NaHCO;(50mM), ATP+2Na
(2.0 mM), MgCl, (5.0 mM), TEOA (0.20 M),
ZnTPPS (50 uM) , [RhCp*(bpy)OH,]*" (5.0 uM) , NAD*
(2.0 mM), EEREHhHHE (AC: 0.051 U, HBDH: 0.47
U) % &t pH 7.0 ® 500 mM HEPES-NaOH #&fif
K 5.0 mL (& T o7 Al 2 B
52 & RIS Bt LTz,

3. BRBLUER

BOREIRIZ A 2 B L& 2 A, K2 IR
F O T AR R 2 R CEE RIS T MR
FEMBEIN L 7= 3D olzxt L, 3-B Ko U@
FRIRIE 1LY 74 RERRAICEIIN L2, Zhidt AC
OfERIZ L > THERR L7727 & MEERE2S . NADH
AR TARL L 72 NADH % FH L, HBDH O filtif-AE
FIZ X0 Bz 3-8 R U~ L B S
TEAEBWRLTWD, SRS 7 BT 407 pM @ 3-
b RaxUEENAERL, 7 boO81%2033-& K
o UEEE S E AR IS TR, YRy NCIEE
LIRFEB LT & hrnb 3-t Ko R a K
AIREZR AL R DREERIT A B LT,

500

-7 B

400 -o-3-EFOF S EEE b

300

200

100

3

[7EErdE] F-1E [3-EF O+ B EE] (UM

0

[ 2 3 4 5 8 7
SRR ST B (h)

2. SIS 5 7 RS K 0K 3-E 3 e
WAL

1) Y. Kita, R. Fujii, Y. Amao, Sustain. Energy
Fuels, &,

2) S.H. Lee, J. H. Kim, C. B. Park, Chem. Eur.
J., 19, 4392 (2013).
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FHEWRT X ‘/J:“C‘@i‘(:ﬂﬁié’] CO. [ EAL B D B 5

Fob L i L T Lo~y

(ﬁﬁiikﬂ%&m@%ﬁm&)Oﬁ% WOk W e T

1. # 8§

AR, COp M2l « (KEE, BELOAFES 2K
B RFER E L CTHALER I N TE Y, KkFELIC
K 238 CL AR S5~ DA S 3G 1IN BF
FHINTWNDY —JF, 2o ERERICER SIS
i o—2o0, Hx DHEHILEW L CO, & DS
\ZE % COEELIETH D, ZHETIZ, Rhghk
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