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7172 &) =2 Carbon Dioxide Capture and Storage (CCS) DEANMIEEL SN TW5, HAEFFEZ XL
X —|C L DHBOEAJLRA CO, PEHEHIBR & U THIfF ST DA, - Z2MRIEN K& 2o
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AMRET RN X — AL I AW L AARICERE L CRIAT S, Tmf X —%x U7 | OBEANLHEL
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T a2RE L A ENICEE L CRESICHERTD C, 7Y =T VB =TV T I, F o — DRFEFLE
ZHIEL, HTBERB L OEMRFE1TO 22BN ET 5, 2O T, EEHITRAFETTCIE. TH
AR ANF =0T E=TRIET 0w 2RI L LT, 7 UB=T7 GO BRSE - FHl 3
FO T =7 AR 24325, £72, [T rE=7%2%0 L LEEEMMEER LU LCAY
DRT, TATHAI7LTEAAL S (LCA) OBLENS OFHNAELT D,

2. HEHEBREEL~ANVA F—V

AWFFETHRD AT S RREOMIFERIE AR & ~ A VA b= 2 FREICT T,

1) 7 UE=T A MAMEDBI% - FEM

RIECRIGNEEZHT 207 =7 5 Ru) B2 I LS LR 2D 5, HIEE T 5K
IS % 5~8 MPa & L, 400CTH MWW INHEEZ FH T E SO A1T 5, FEAERBRIZT 1T T,
B R 1T LN e b DTl e, =Y =T U o ZIC B e iR VE T — & OEUS & KRR 1AV 7 fi
D TERIEOMNLICE S ZEL . — 5T, FiFRBRICH 9 2 il o8 E % b O 3 72 54T
ZH TR EMRE L, FEAERER TR ML CREDO LD ERD,

2) T UE=T ARG

HERRSAE S S EGERBR 2 R L, A7 —AT v SN ERT V=T Vv 7T — 2 2B 5,
FLRERBRIZBWCT V=T B RERE L COMREEMEETTH & & bic, FEEFTOT v E=
T G AR OVEVEREN - i, 22 b NCHAERRBT RV X —2ME LT VE=T B AT LD
WERRE ) % AL S W 53R & T 5,

3) TVE=THEHLE LR FX—F v U T OFEALTHAEL LCA
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3. MMAEBNE

3—1. TUE=TERMEDREF - T4

BIfE D TH¥RY72 Haber-Bosch (HB) 7 & =7 8L TIE, KRBT AND | KEKBE H 5V TES
fefb, TARRUC K VIR 72 KB L ERDRAENT AZRIEL TWD, BROKIT V=T G~
7 v MiF 2,000~3,000ton/day FREE DB DG H N L L, T E=T G IGEOET] - IREIXZNE
AU 14~30MPa, 370~510°C &Ml « WESRMF Lo TWVD Z EMnD, BT A MRS TR X RHA &
o TW5b, ZOSH, 7oE=7THETa v AOFEE T A o —D—2TH D KBR Tl BEFD
Fe Rfiliil & @iEPE72 Ru SRR 2 d A B b 5 Z & THRUGHE1 % 90 bar F TR L7 KAAP 7' 2 %
R L, T CICEELL TS, RISENEZ TTFHZ LT, AT AREE 7 v a v bT VUV E=T A
s v a v AFETLOBROa Ty —OBRBEHIET 2 2 LN TE D L L BIT, KNSR EZIZLD
& T AR O HEHIBIC X 28H = 2 P OB ATREIC 2 D, £l 7Ly Y —8) ) OHIEIC &
LR 2 N OFIRIC BN D Z E b, ERHEEN & L CEATER AR S T\ D,
AFEEDOAEDO—>THLHEMRI RN =D DKFLEFEE LT V=T GROEE. KE
iR \Z L B FEK B RS N EE S, B DN D KFEOEIHE bar FREE L IEFITIERNZ LD, HBBIEDOS
TEETHIET HEHEEIL. JFR T ADIEMEHNE HICKEL RV ZEOa T Ly — LB ) BN E L /e
Do ZHNEBHT DITIEINISEN 2 FIF 52 ENLEE LD, PSRN TRLMENET D, 2k
O 72O, RUNREZ T A HRNEZ LD, RRHIENEEN NS 78D, 20k, KFE
TR, WEREL Y HIKIE - RE TEWEMEZ AT B OB ICER Y AT,

3—1-1. @B {tHHEEZFIH Lo Bz & FHm

ARETIX, TUE=T ERIEERE W EHRE SN TV D Ru/Mg0 SlBEDOS G| EIERBRIZHEH L
72 Ru/Ce0y £ CIAL fIERR 21T o7, Vv =2 FOBEETH D C0, 7 U —T =T GalE kT
BT DI E R AR RV X — KRB LR LI2GE, (1) KEMICL - TGS D HilR - FE
DORFEFAT S L, (2) FHAEMRZ XL —OLEINEICB LA KEMRICHRT 2 2 &%
HTHDH, ZNHEEEB L ETHRRBROT =7 8L ATHEICT 5 72 0121E, MESMETIES 5 A8,
HB VA K 0 HARVMREE - [EJ)C. 2 2/KFEDEBHHE I T Dk & 72 SRS CIE M % 7= 3l 4 BA 7%
TOMEND D, RETHRF U BEix, WEE, £, ZZREE (SV) ., Ho/No b2 2 b S H 2R TOK
JTEPEZ RN L, FRICIREE X 400°CLA T, HEJJ1X 10 MPa LA T COVEMRICE R A B W TITo 72,

3—1—1—1. Ru/MgO ZftHEDOBEZE L 34

3—1—1—1—1. Ru/Cs/MgO filifit

FRRE O 45D K DIFFEE D3RR 21T > T & 72 Ru/Cs/Mg0 bz W CHEMEREA 24T - 7=, Ru/Cs/Mg0
fitifix, Mg0 (Merch) % Ru(NOs) ; AR /KA CTHIZ L, 300°C, 10% Ho Hi—1 WRERJALER L7- 1%, CsNO; /KA
RTHEIRB L 300C, 10% Hp Hi-1 WEfjALEE LTI U7z, TEMERBRICER A L7-50FiX, IRE 325~
425°C, JE/) 0~2.5MPaG, Hy/No kb 0.25-4, SV 1,200-9,000 h'' & L7z, ZHHDEMICEIT HiEN~ v
B 7R 1SR, X ZE R R (STY-kg/kg/h) Z/R LT\ D, ZORERND, K NHs A5 5
T3 425°C, 2.5 MPa, Ho/Nokb 1 (He:No=5:5), SV = 9,000 h'! b7eo7=, Z D&M~ v B2 7k

Bt KEBMHEEEHNE - 577155 TH @m0 NH S RIETER S S LA fEIR I, 375~425°C, 1.5~
4



2. 5MPaG, Ho/No kb 1.5 LA N CORMRIEDIFE L2 E B35 o 70, Ru il ix—#% /KRR 2HH A
TERDERL | 5 H/No R RIS A2 DIE ETEMEDNE T3 2 Z A RBE SN TV D,

X 22, M1DOEE~ Yy B 7 mnbiEbiiz, SV 1,200 ht, Hy/No b 3 OZHC 325°CH L OV 400°Clz
B DEIMKAEMEZ R, 325°CTiX 2. 5MPaG LA F TRAEW & L <IE@EEIZ D4 TIEPEDME T~ 580
DI BT DITRE LT, 400°C TIERE P CTEBAEPEDE T U CTHIRIZHEM L 72, Z OfERNS
FHRIZ 72 DIE EKRBICEDENTHE D Z PRI N7, 2 DFERAEWEE 2T, KFE L Ru LD
AAEM OWREERAF 2 MR T D 72012, He-TPD IE ZAT - 7o SR 2 X 3 127”79, Ru/Cs/Mg0 @ Ho~TPD 7' =2
7 7 ANIND Byl 100°CHHE & 500°CEL ECHEET 5 2 & 3o Tc, ZOREENG, H & Ru DFHAAE
720 TiE 400°CIT 1T 2 BOSTEMEZ FLBH TE 720 2 EDVRIE S iz, 400°CAH T O il 2 i 12 13k 45 1
T CRSAERME LTO N, 72 EARAFET 5, £ 2T, H-TPD & 600ppm NHy {7 FCiTo72 & 2 A,
Hy i £ — 27 A% 150-300°C D#EPHIZ AL, Ho BLBfEIL NHy O AFIC K- TRES D Z E Vo tz, 2
DFERING . AT D NHs 25 K, B2 RE L, XV A FEZBRICTE LG T2 2 LRl s,

X 1 OIEME~ » &2 ZJIEM % D Ru/Cs/Mg0 % ICP IZ L D HEFE DT 21T 72 & 2 A, Cs HHFFEN
3.9 wt% D 0. 8wihE T L T\ D Z L3 d & & b, Al i oo SO BELZAT i 2 sl L 7=,
ZONTHIIIL Cs TH Y | AR AMEDOBLE B b FERBRICHAV S Z & 1XREE &Rl L7z,

0 MPa 0.5 MPa 1MPa 1.5 MPa 2 MPa 2.5 MPa

4250C

4000C

3750C

3500C

3250C

X 1. Ru/Cs/Mg0 il & D NH; B REHFICxT dEE~r v BT
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X 2. Ru/Cs/Mg0 @ SV 1,200 h, X 3. Ru/Cs/Mg0 ® H,-TPD u 7 7 A )L
He/Ne bE 3 1ZBITF D7 V=T A RkIEHE
DIES KM

3—1—1—1—2. Mg0~—REEGER{LWHEEHEE? Ru Al

MgO FAAR~DO BRI X Cs 2T UDTAB Y BESCT AN ) THERR EVANTH H L S
NTWD, Tk, EEMEZ R THEMEHIE TG EZ R THMEITH Y | Ru ~OE L5025 N, Ofif
BEAEET 2 B2 N TVWDINETHD, T 2T Mg0 ~DEBENMIZOWT, Cs 72 E D & i
INBRIZEN 2 TN R Z T~ D 72012, Mg0 & DIRAFRb 2 TR L C Ru #LFF & 1wt TRt &1T-
Too TEATALIE NH; KIC K B IEPETE, TR Z ARk L 72 WRRAG DOHEAZ D W TR AR FZENEIC L - TR
AL ERR L 72, Mg L IRINAIEIT Mg/M=5(mol/mol) & L., &4JE & DIRATLWIZIRY Mg/M %
KON S B2, K4, BRI T M0 & DRABRILWREEZ AW aoiEte R, =
AU B DFRIE OO TEMPEREAR 3, [ PRI SOGEETE (2 36U T Hy/No b 3 D et Tl BE IR ATE 2 I E L 7.
B DFRDOITTHEITRIIN & e T — 7 BNMEIEAL )i m B L7-oe#E, B0t HRIZFE L E—2 i
FECIEME A B L2, I — 27 OEiRY 7 h LIz n#E, FIEe— 7 BNETEFRN L 72,
E IFEEEE RS RL Ro B TH D, FEAFFHZ L > THRIMEERN R 2777 Cs X° Ba 13 Mg0 & D

AT D2 L TIRVEME L e o7, B—7 OIRIREA A < @IEMELIE Li, Sr 25NN
W@ﬁiﬁﬁﬁf%@ FFIZ Ce & DIRABEMGIZ X DTEM:R EBHZE Th o7z, Ru/Mg0 &R U<
450 CHHETE —27 Z/R LT Ru/Mg0 L0 b mWEMZ R L2 Ca, Se, Y 226 NIA THILHETH
oSz, TAA VR TREDREZRLIZOIX LI OATHY, o7 AH U EBIFINTIEEZ KT S
DT ENGnol, BRERILENOHMICH HI0HEIE Rh ZFRWDTEEE T S L IXISHIEAE S &
BLZ Lz, ZOZEMND, Mg0 & DIRAMEM & L THM AR THIZLi, Rhy, 7uh U A3 & 7 LI
D—ETHDHZ ENRBINT,
R ORGETZ S5 E 2T, Mg0-CeOx IRGT LM RITHE H L THRETEAT o 72, Mg0-Ce0: (X, FE7LIE(CP) . #
FRS (PM) | Ce0, #8571 (Imp) 0 3 FHEHD H1E THE L7z, RuNOy) s R Z VT BRIEIZ LD 1wthic
725 X 0AT o, BBHE. HRR, 300°C-10%Hy-1h TRERL AT - 72,
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Co Ni Cu Zn Ga

Rh | Pd
@/25) | (1/35)

I Bi
(1/30) (1/30)
u Gd Tb Dy Er Tm

X 4. Ru/Mg0 ~D&BIHFIMZ L BIEHE~DEE

K512, Zi5H 0D Ru/Mg0-Ce0, IEIZ 1T B HETT V=T ARG EZRE LIof Ramd, filt
1% 0. 2g & SUSE IR L, i 80ml/min, Ho/Ny kb 3 D TIT o 7=, HIERTC, & A A T 600°C
-30min PREF L7ZATLER AT o 7212, 600°CH B FRE L7203 b AR EIRE T 1 RFRE AR L7212 NH; A2RR
R ZJE L7z, 50°CHIR THIE L7256 ISTEFFIIEIEIL (CP) >Ce0, FHEF (Imp) > ERIEA (PM) & 72 |
CP & Imp | ZELERAOITVNEME 2R LTZ, — 5 T, 100°CHIM THRIE L7-BE. EHEFAIIFRC Th-Th
ETOMMPET 50°CHIR L BIEMENMELS 22 o7c, FRIT, Imp PBHERIE T 2R L2, 2B ORERIT
RITALERAZ (AR BE DS RER U 7= SRR D JBIE DS & DO OTEPEICEHE BT 5 2 L AR S vz,

FHKBREOFBLZ BT 272012, 215 O Ru/Mg0-Ce0s il 2 DU CTRIALEE—400°CIEMEREAM — Al
LB A 5 AR D R U 7= BROTEMEZ K] 6 12787, ATLERRS 400°C~FRiE L CIEMEZHE L7=5A. M5 O
FESR L B2 0 Ce0, fHEF (Imp) 23V EMEZ 7R LT, 400°CRS & RiAVERZ 5 [Blfk 0 3R L 7= % O TEIE, CP
J:Mpﬂ ERIZEDTEMEE IpoTe, ZDZ LD, Ru/Mg0-Cely IXFHRIEIC X » TH HRIHKIERE D R

EVDRHY, MBIZBWWTEIEETH 72380k (CP) OFHMETH RAXUBIEIZ & - TRE S TEHENR
%bé’&ﬁﬂwoto*ﬁﬁ%f@%ﬁﬁw ZERWT, MR Z2 Uil 2 IRETE A B L, RTALER

HBlr 2o R LT B RRE LT, CP 725 NT Tmp 12OV T, air E L THHEDRITT,
1@5@@%&@%%wﬁﬁ%m¢ EMBETORE (L LT ITKFEL TWAD EEZ LD,
— 5. WHEIRES P, air BREHZOBETCICE > THEREILE Y BLIEMREL AL Z LB T,

i LIGTEN E D> 72 Ru/Mg0-Ce0, (CP) 1%, Mg0-CeOy D/ HUIRREIZIEE N A IN D Z & bR L TE
., EHEZBE LGS, DBIREOEWVICERT 2EEOIE L2 ITEE L 2028, Ru/Mg0-Ce0,
Ze FEER BRI IR E LR dy o 72,
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Temperature (°C)
X5. xDOHFETHHELE X 6. BIAHEERKE air BFEIC KD 400°C
1wt% Ru/Mg0—Ce0, DT > F =7 S RIEMHE BT AT BT ARIEEDORE

83—1—1—2. Ru/CeO, il BAFE & FF{H

Ru/Ce0z 1%, FKHE 5T &Ko THIHEWIEHERHG LN D Z L AWE SN TEY . AFETIE, Ru/Cel,
DRI DV TRl 24T - 72, HIIRD Ce0 281K & L CTHWY, Ru 2 &40 L7, 5okt 10%H, 1,
300°C, 1 HFfEBERL L7z, MIEOTEMRER T, FEERRIESGIEE TITo 70, MiiE 1. 7g. FURET 2k
100, 200, 400 ml/min (ZE[HEEEE (SV) = 3,000, 6,000, 12,000 h'fHXY), KOSEEE 325-425°C, #
—VJES 0-2.5 MPa, JFUBFA AMRL Ho/No = 0. 25-4 T, USRS HTT 5 N, ARG ED~ » v
T EAT ST RERER TIRT, KROIEERS D= 51E, 375°C, 2.5 MPa, SV 12,000 h™ Hy/N; bt
1 DR ThHoTe, ZOEME~Y Y B TRERN D, KBMIGEEDE Z > 723556 TH &V NHs B R0EMED
F O D MEIIE, 375-425°C, 1.5~2. 5MPaG, Ho/Nybb 1~3 TOLRMBIENIFE L2 Lo oTz,
T RE/RE LT, Ru/Cely 1TEME~ > B 7B Il B E U 7o B ESR A T O iE M2 b 2 IE L
2B, FRIE R 380 REHIN TIEMEDIR FIER <, L LADL TR EAMmAZ R Lz, TOMEED I
F1% Ce0, DIRTTENHEIT L7272 TH D LHELR LTV D, RIS, 10MPaG LA F o HB % & 0 & KE O fE
(BT DIES AN EZ Hy/No B 3, SV 3,000 h ' IZBWTHIE L, BRI8IZZEDFERIZ A LTz, 400CIZH
U DIEEDEIHEAFIE T JE OB & b 72 > TIHMEITHEA L, 10MPaG £ TE— 7 (3Bl e o7z,
el D72 O Eik o UNE P L 0 HIRW 350°CICR T BIEIMEAFEERIE L= & 2 A, 5MPaG LIk
TIHEMME T2 Z & nbnolz,

Ru/Ce0y 1%, HIEMHRIFAIZI W TENCKT 2 8B — 7 BB & Y Hy/No Hes i O Eik I &
L8, ROICEERRI O IR L TEMHEER T2 2202 & 225 Ru/Ce0: A XV iFF LWV TH
. FEIERBRICEE T AR L U CEE LT,



0MPa 0.5 MPa 1MPa 1.5MPa 2 MPa 2.5MPa

4250C

3750C

3500C

3250C

X 7. 3wth Ru/Ce0: &M NHs RIS REEICH T 2 E (ERINE)

IR OEIMEAFHEIZINT 10 MPaG E CHINTIMT 5 Z L 2B E L, FIEIZH T 2 ISR EORIE
BRIV, RERLIIHNET D, H OOSREDNESRMEICB W TEDEZ R LTz, ZOZ LD
ARARBIAKFIRIT D EN DV TH D LB X b, N T AN REIE 1 KD b/h &
oo TVEBE=ZTARIZEBNT N iFBENEREER THLZ 2B ETH L. Ny ORISKEN 1 TldlenZ
EITBRIRONETH D, £ I TIEME= R L X —% 10 MPaG L TOXKENTHE L7z L 2 A, &M b=
FRF—(T 5 MPaG LA ETIZIE—EIZ/R D b DD, 0-4 MPaG DO#iH TIX 2-3 MPaG {1k Tk K& & 5 2 &
Wonotz, ZIUIKIEENEIL L T DD Tide <, fix OF OIS EE D2 b N HTENIC
u/Cs/Mg0 DFFFR TR L T2 AR NHs DSOS IE RIET BN R E L RoTele O, USEEROFHETH 5

[e)]

—5 1. BEIZEBIT S Ru/Ce0;, ETD
2 HER ST A —F
4
£
23
= H2 NZ NH3
éz Temp (°C)  H,/N,>3  H,/N,<3
8 400 0.3 0.83 0.37 21
a1 325 0.04 0.55 0.46 -1.3
0

0 2 4 6 8 10
Pressure (MPaG)

X 8. Ru/CeO, &M ESIMKIFE



REFD USRI AT OIEHAA L= RV X =T BEEZ b D EEZ BIVD, Ny ORSREITIR
TRAOMEERLEZD, ZHUET =T DGR T BT ERICR L TRERERE E X 52 &
MH, MO ENMEL LR THDLEEZEZDBND,

EIESRMETIZRIT 5 Ru Bl L7 ot =7 AREB OB 2 Fii L7z, Eilko X 512, &t
TEMERBRAEE 2 HIV 72 SV 3,000 h' Ho/No bt 3 DR T TD Ru/Ce0, AlEDIEMRRERIZISUNT, SUGHE:
TEIRIE 400 ‘C & 350 C & DM, mEFEB COE M S NHy G BIETEDOMH AN 228 R S 7z,
400°C & EHRAAMETIE 10 MPaG £ CTOJENIMAE I TEMR TIXA 6T, il DB BB S 7
FUEETH L EBEZ DN, £ T, TitDKFEOMHEI,R D SOHEXF OBER F ko OHHEE
177,

E

—r = koexp (— ﬁ) PP PA =l

S P OTMEF N, H A IZZERENER, KK, TUVE=TE2RT,

BEREIR - ko OHEFE FIEIZHOWTIE, Bl ORI EVERERIZ 31T 2 IS ER~ O FRIE &N METH 5
ZLEEEBELT, n HoORERAM )G (Continuous Stirred Tank Reactor Model; CSTR) O3#fE
L TRESNDPICEET V(R 9) 23 L7z, CSTR BT AVEHICHBN T, 2EDISEEH P
BIFDKFBOEHLR X% n 5 LT MIHES KK AN 727 k %. GRG (Generalized Reduced
Gradient) FEHIE Y /L 3— (Microsoft Excel) ZMHWTHEER LT,

w_ (ff) zn: [ ! l W)
Fo  \n/&ilkeexp(—E/RT)pypiipR
%4/ %4/ %/ %/
XO =0 )(n :Xf
Xl X2 /Yn-l

9. &M CSTR 5 /LVOMKKX
2\ ORT MBS 7 KBHBEARE H T LTEENRT A —2E §EMHEbo X — £ 725

NZEOWE 1, m nZEEAL, BEEOMENEZSEI1C CSTR O n 28 L LTEHAD, k O
FERO—H 2K 10 (TR T,

R2. BEFBROCICHER NI A—4 |

W kg] Fo [mol/min] E [kJ/mol] [[—] m[—] n[—]
3.66x107 3.66x107 81.0 0.37 0.30 —2.1
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10 I REND KT, BIEES P OBINI L THEER T ko OHEREA IRRIZHI BN 5 i
BN RLNT, £2ORIERE 1, m n \XEEFOEERBRT — 2 OIERTHLZ L2 EETD
&L P OIS ke OHERMEOIEMIERIIIINIE, BB A AR O KEOWMBIAE I KIE T
BNEIHEIE & BITELLTWD Z AR I, Ru/Cel, ZHWERESRGE T CTOT v E=T A
RO ERINT T — X ICEBTD L B/No > 3 OBREFERTIE, KFBORISRENENORME &b
[ZENDANEIT HEEN L O, [JENOBME & HIZ L ERmORENRKREL D EBE1NH—
75 C NHs I3 0T DA 23 L H AL TW D DT, SONHEEBERERK R & 2 Db FREOfiliEF m F o
WHEEONT AL NS PRI S TR E~Y v B 7T — X OffbT & Fhi L=,

8 ‘
—_ 71
=
2
g °0
st °
& 4
= ™
g 31
5ol .
& *
! [ ]
ce—oo o ® 1 11
0O 1 2 3 4 5 6 7 8 9 10
P [MPaG]

B 10. #HEES & BEERT DR

FEATICE VTR, Ru/Ce0: b MM ESRM T TIISUGZEEN DS Fe RMBLOZEENTIT S 725 D TIEZR N
e E % £ Langmuir-Hinshelwood #84% (LA LH ##%) 1255 < Temkin A2 £ L, KEWEN
RN E WD) R A BRE T2 2 & THAEROMBUE L LT Ot 0yt 0.=1 & L, LU T OFESUSIEFR I
D < HEERRRHT 21T o 72,

No + * 2 2Nug (i)
Ha + * 2 2Hug (ii)
Nad + Hag @ NHyq + * (iii)

NHad + Had 2 NHZad + * (IV)
NHZad + Had 2 NH3 + 2% (V)

TIT, MIZmEEYA baRT, ROSHEEMEZ LT (1) O NMEESUS L LIZERD | NH; DA patfe 2
BRE U To NHy AR EE r 13X (3) &72 0 | BIEDOWEROINEELZE TS Z &L TR N EHEND,

r = kipnOi; — k265 =3
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_ kq [PN - pfl/(Kzgp?-I)]
[1+ (Kups)®S + Ko papi 512 =%

ZZTCTEfHH, N, A, QlXENEFNKFE, BRE, TUoE=T, EBEYA FERL, A, L L IZTENRTE
N EFEMED SO E S, Ho OfREEN S  GERUG (1)) (28T 2 i EE. NHy D52 B4 2 ety

TEBE KT,
x4 &
1/2
PN—Pi/(KSPEI) 1 K o5 Ka -1.5 b
=—+ [—pyg’ + PaPu
; AR R

EER L., M /ED (p), BN pl P 2 BT oy i VP A EEKY . W CIRE THE LN 4 DEAIC
BUIDEET =207 0y MZOWTZOEMEZHRD Z L T, Temkin T /L O AMEZ MRET L
7o BOSIRE 400°COGA QT 7 1 > b O— 2B 11 1273, R(5) OFLE 2 HD p° 123 LT
EHRRMED y OB AME 2N B S =08, R (B) OADE 3D py p P12k L TITES 4 MPa {4
IR & T D IR OB M A R ST,

48000 48000
40000 |- ® 40000 |-
@
[ ]
[ ]
32000 |- .. 32000 |-
. ° e o 4 MPaG
24000 |- ® 24000 |- ™
[ ) [ |
16000 |- 16000 |-
[ ] |
8000 |- 8000 |-
0 | | | | | 0 | | | | | | | | |
0 500 1000 1500 2000 2500 3000 0 05 1 15 2 25 3 35 4 45 5
0.5 15 5
pII pA p]-[ x10

X 11. Temkin XFTFTNIZ L B Ru/Ce0, DIEMRERT — Z T 7 u v k

Ru SRl d b LR 5 (2 K D RUSHHIZEENC S\ T EINOEE L | o7y b o
FHIR & L iRET9 2 72912, Ru/Cs/Mg0 DIEMERRERT — % (R : 400°C, Hy/N2bb :3.0, J£/7:0—2.5
MPaG, SV :1200 h') Z3UG)IZHESNTHENT LIc, BI121R8N D L9512, p* RO ONE pyopi WISt
LT y O¥INCEFER R 6D Z & K12 OREOGIR N ETHLZ L6, Aikall LD L E2—
IERE, RS FERD Temkin RETFMZ L > TELSHHENTND Z R BT,
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20000 20000

[ ]
-9 -
16000 - .",. 16000 | ‘._—‘.
P Sad --E
12000 = _ -~ 12000 |- __-=""
> - > -
8000 [~ 000
4000 |- 2000 -
0 | | 1 | | | 0 | L | | ! |
0 200 400 600 800 1000 1200 1400
’ 0 1 2 3 4 5 6 7
P 0.5 s :
H PPy~ x10

X 12. Temkin ZoET/WIZ X 5 Ru/Cs/Mg0 DiEMRBRT — X T 72 > b

T2, MUSNRE 325°COHA (Ho/Nokb 1 3.0, £/ : 0—2.5 MPaG, SV : 1200 h'') OIEMERERT —% D
fEfr 7oy NI LTZEZA pt E po M OERIZE B2 S v OE{LEDMHZIZOWT 325CHH
MREVEHPIA R STz, 202 LT H O EEGICRT 580 325 CTIRBE IR ND Z L 2R L
TWbHEEZOND, T2, pon "IZKTH 78y MTOWTIX, 325 COEE . pon 2 OEEANT® L
Ty DEBRICHD T DB A Bz, 325°C T, NH ERE D72 < N 01 & 2 BN BRI
FNIRNTZ DI Hy 3 EDORENFFE IR SN DCxt LT, 400°CTiE, NH; AERENZWZIT TRL .,
H W ERKE LS THHEDRNNS NI L EZRLTWDLEBEZ BN, T2 T, WX 2EDEI/
SO, BIE TR 72 X 912 Ru/Cs/Mg0 I1Z351F 5 Hy=TPD Trs L 724258 NHs 23 Ho B 2R3 2 = & 12
L B2EEYA PN 1 SDOBEBATHD EEZ BT,

Ru/Cs/Mg0 DIEMEFRERT — & DA R & FLighat3 5 2 & T, K10 B L O 11 Z£H D 4 MPaG PA -
O R JEREEAT L = FERRIE 2B 1, Ru/Ce0z LD S CIEHLIZ NHs ZE Rl 2 U BT 2 7217 ¢
TR0 T, MOMERE EOX A F I ABBETRETHLIZLERBLTND EEX LN, Filx
X, BERFITRETEEY A PREHER S0 L EZD LT, K 10 L EEEE TSR 5T
PEY A N ER OB O ATRENE 2 Jiil 0O 3 FE FR AT T15 & O TG L 72,

BEAEOWFZEPIC T, Fe B T o TH B OFEREIC X o TIEA 5 o HPEAME < . NHx Fod
W35 ZARE LT 7 VRO SO & OGS BB & E L 727 VO FAMER E O &0 D Fn LA S
ENTND, 2T, N3 AEFRRICBWCHRATH S NIx FOF G N KE <20 | G A Mo
INERNT B, REFHEEEOFHICL 2D ERET S Z & T, BERO Temkin XET /L EI1FTRR D
RO LHBISSHEERZA L, &t~ v B0 7T — X Offfir &2 50 Uz, ARFEFTICB W TiX, N, =5
FEAT AT =1L 947 kJ/mol TH Y, fAERIC X 2IEMHE b= 3L F— KA 22 SN THIEFITKE
RIRNVX—=DUETHDZ 0D, BT ORER/T A—2PEL L TH NHy BRI IS 1T 2 A B
BEIE N R & B 2 7o, — 5, RiEPREEFED NH; ERGHRE ~O &5 2 ET 5 2 & T, EEOINSEK
X 0wt Ot 0.=1 & L7, fl20E, NHx Fli &2 W5 Ny & U C LH 86k 5 2 23 < SOl i 418 HH -
&, N LI ERERLHK6 B ELND,
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_ ky [PN - Pfx/(szfl)]
[1+ (Kupu)°S + K papi®°1?

=6

AiRERE. 6 22 L= 7 ZHW T, MISIRE 400°CIZ81T 5 Ru/Ce0y, DIEMERERT — & 2 fifffr L
TG RDO—F %2 B 13 ([Z/R7,

1/2
2 2.,3 /]
PN — pA/(Kp pH) Ku s K -0.5 =7
- —+ Tr Py’ + PaPy
1 1/ k1
48000 48000
40000 |- .. 40000 | m ||
@ [ |
[ ] O
32000 |- ® 32000 |-
[ ] [ |
[ ] [ | .
24000 |- 24000 |- u
o
16000 |- 16000 |-
@
8000 | 8000
0 L L L L ! 0 | L | | |
0 500 1000 1500 2000 2500 3000 0 50 100 150 200 250 300
0.5 o
Py Py Py 03
B 13. 3T NHx FE23 NHs B RRICBE 53 5 €7 )V % V7= Ru/Ce0; D

ENRBRT — 2T e v b

X 12 L LT, oo 2T 5 v OZBICEIIN D ORIEE DB MmN A DN Z &, R N,
FORmOSHELREZET 5 ET VPEERESROMPIUILIAEET 2 Z EPRB I T,

DL b 3 FE SR RHT O#E 75 B | Ru/Ce0y %2 VT2 NH; AR SUGRRBE R 2R L <ATH oD T uk 2 )
R ORIV TIE, R NHs 38 KOV ARTod 52w NHx FES NHs B RRIC BB G-7 57 V2 i+
HENDH D EWHIHERRMANE LN, £io, BEFEK N TS DICEEME Ru SO RS - B
FIZOWTIX, 4%, BIERET XYy 772 V8- g ic kD, Bk ofEMEY A I OEREE
DUETHDLEZEZLND,

Ru/Ce0, DEK BIZTE T 5 7212, Ru/CeOy DIVEIZ S\ THGT 21T o7, HEEREBORA D Ce0y 2
TOFED Ru BIBEAT Ru 2L, WETT VBT AIEHRR AT 72, T O E. Ru(acac)s 28
ED Cely & AW T BRI R WG A R T 2 & ZFRWT, IR %35 Z L1377 <, &< HAIMED R
WER o Tz, o, FEmMEANIT Cel, # HW=HE TH AR~ 7=, S0z v, T
% Ce0; & Ru BIERARDAAAG DEIL—IeAIZIEE 2T Ru/CeO (ZHW DM EHI IR U TR b 23
HVENH D,

D i IX ML IE T H DY, @IETERT 8 =7 A& A iitic
EEAToT (B 14), ALBLESCIRE 225 % T C0 7NV A EAT o 128 /m\
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It L7235 E |2 Ru HFFE) G HER S0 5 8GR CO WS B 2 f5LL EOWAE &G Hivlz, T4 CeOy ~
D COWEIZEDbDEEZ B, —KIZEE EHEOHAERORE 27T A LA — " —B R L
ZOLNTNDHEDEEZBIND, 2 2 CTHRA LI-EmIREICSEHIT, IEHRBROFHMLE & [F CIRETH Y |
B HIT BT 2 iR %, BTERIC & > T Ru-CeOy AHAAEM AR HNL- KT Th 5 2 L OVRIES
iz, & 2T, &M Ru AIBRAZ FIV T Ce0y (ZHRER L 7= fililz 2T CO 2L A AERITE 21TV, CO
75 /Ru bk & HETO 350°C TO NH ARGEE & D7 vy & -7 (X 15), Ru Ak & LT Ru(dpm);
& Ruz (CO) 12 ZFRVTC, Ru BTBRIA &2 28 2 724554 @ CO/Ru Hed i < 72 0 AHAAEF 2VHR IRREAMS S5 Ru
AIBRERZ W= D@ T B =T AR E R T 2 L3 ofe, RINGMH LR CRERELZ G LN
T2IRBL T Ru & CeOy DA AAERA DI N T v =T ARRIGTEICHLE RN TH D Z EIRB ST,

(a) 600°GE5T 1400 [T T T T T
T
2 1200
oo é)
R & 1000
OO I g
som e s s s o i s sz © 800
S
o T 60qg
s {b) 200°CE T =
8 400
c
3
© 200
T
R — =z
0l‘IIIIIIIIIII!\IIIIIIII\III
= = = = 40 60 80 100 120 140 160
CO/Ru (%)
[ 14. 1wt% Ru/Ce0: (23T % CO /SR X 15. 1wt% Ru/Ce0,33i} 5 CO /3L R
& 71 7 7 A VORILERSH DR 5 &R L NHs AR E D

3—1—2. RFABZFIA LIcARELOBRFE & R

PEHR D AR Ru 137 8 = 7 A AR & [RIRFIS Ru LG L7k 3R L UK Ch D IREN A # 1k
T 5T & T, MIASBAET S Z L BB Th o, 7, A X ALE T S 72 D IS ATE AU T TR
FMEH MR RIS 5 2 LIS LY REMBERIME L, A X LRI TE D 2 LB ST
%o LU, RFEEOBEMCITHEOHIIL BRI 7 m L) 2FZE L, Ru F/ KO0 HNILE S5,
T 2T, EIRBVLEE b E LRI A M L7z A Y R =T 2 —R 2 (IPC) 211Kk & 35 Ru fil % F4
L. MREEOFEAN, TEHERBR, 2 2 ALRHEIC OV TRET LT,

3—1—2—1. BHERX Y FR—F R —R OMALKEE
IRFEFRE L, HPEERBHRIA VY R—TF 2 —AR > (@4 0 CNovel®) 12D\ C, 1500, 1800, 2100°C
THEMLIR L2 MPC 2 e, £7o, bk UTKRIRT A7 I A Ao iEMER (354 0 HG15-119) % H
W TR TR I B RERE A PRET 72012, TOHOKFELNE F 500°C T 3 RFHME L2 O 2 H L7,
R FMEHE MPC-1500, MPC-1800, MPC-2100, AC & £FT %, B 16 ([ REMELD TTK (BT 5 % H
15



W IR A T, MPC DERRME TITWAEM & B OWAEEN—H L 2VWKRERE AT ) A L—T
ZERTE 5, Z OFEFIT MPC ASHIFLEE 2—50nm D A VHILE L RBICHETHZ L 2R LTS, A YV FLIE,
WEOIBIZB W C O HEBEREEZRI-T 2200, & SV FFICEBNTE D @WIEEREET 52 &
DY TE D, —J7, ACDERMITE AT U A—FMIER ST, TITHFLEN 2nm LA F D 2 7
aflEET DI ERNbnd, £, BRVELEROMITIZ LV 5 ON 7K IRFMELOILEE T 2
— X &F 3T, MMEVEE O EFITHEV, MPC DR mEAES L OIALE EN R LTV D Z & DR
TE D, ZORRILEIRINBUC L0 | RBEMEFORESPEDR ] EIZEOIALAPAZE L7272 Th 5, £z,
KMPC DA Y AEKENESMILFED SEILL EEZ EDAHZENDL L EICAVAZAL TNDH I L E2MHERT
x5,

© 2000 © 2000

o a

= MPC-1500 Ly

€ 1500 MPC-1800 £ 1500}

E MPC-2100 E

z z

% 1000 5 1000}

= =

3 3

£ 500 E 500} AC

8 o — - O=——0—=0—=C"—48
£ g

@ 0 ! 8 0 ] ] I I

> 0 02 04 06 08 1 2 0 02 04 06 08 1

P/P, P/P,

16. ZFRBEEFEMR (77T K)

K 3. FREMBOMAMEE T A —F

" BET thZmfd LAY & NEZA=FIN>S A VAR
IR FERTEL _ ) ] ]
/ m2 gt /ml gl /ml gl /ml gl
MPC-1500 1180 2.94 0.55 2.39
MPC-1800 930 2.29 0.37 1.92
MPC-2100 270 1.28 0.11 1.17
AC 1260 0.62 0.51 0.11
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3—1—2—2. [REMEHEE Ru il OFRR

Ru fHERIE, = b e L7 =7 A (Ru(NO) (NOs) o) K OK =& 7 —)b = 11D IZHRFEHEIKE 5
BEELERIEEZANTTo 72, Ru HFFEFHAEOERICK L 10wthe L, HE%, ERFHKTT
400°CTHERL L 7o, S DICBIflIE & 22 5 Cs DORIBEAR E L TiREEE 2D L (Cs2C05) Z ] L, Cs2C0s FEHRIC
Ru HHEFE OKZ 5B S, FAEE L7z Ru IS LT, B/VEE (Cspot/Rune) 28 2.5 & 725 X HITHEF LTz,
UARE, <)@ 2 FHFF L7230kl 2 Cs—Ru/IRFEMBHER & KT T 5 (il 21X MPC-1500 (Z Cs 38 KOV Ru 2 4HFF L
ToRE DA Cs—Ru/MPC-1500 & K7L d %),

AL U 7o b O 15 PEREAR X [ E R LB BOSAEE TIT o 7o, S U 7o il 2 S SO E IS FRi UL 16
fBALER & LTRSS 450°C T 2 IRpfHNEA L 7o, AiALEEf%, EFRZH AL Hy/No Fh=3, SV=9, 000h™',
FOS R 280°C—450°C, FUGES) 0. 99MPa OFETT E=T AR L, TCD sz & L= T A 7
n~ NI 7AWCERLET V=T OEEEITo T2,

3—1—2—3. RufEREBORES

1712 Ru B L O Cs Z48F; L= Bkl XRD /R4 — U & oRd, KM CHEGRTE 5 260=26° BLO
44° FHEDET Y — 7 13 RFE OFEEEE IR 5, F5I12 MPC OZSLERRFE 23 & < 72 H12-241,2 0 =26°
DY —ZBENEML, LV oTND I Enn, FRBVLELIZ XV REOEEME G HE L TV
HZEERLTND, F72, Cs—Ru/MPC-2100 D [EIHT/ X% — 2D Fx RO, ([ZIfJE S D B — 27 M3
BTE D, ZORREIZE 3 ITRT X 91T MPC-2100 D e EREDM O R FEIEHT L~/ NS W2 8912 Ru D
ISR S, MO AR A AREIN L7722 e B 2 b b,

Ru ORI A X9 57202 TEMBIER 21T > =55 B4 X 18 127”77, Cs—Ru/AC, Cs—Ru/MPC-1500,
Cs—Ru/MPC-1800 ® Ru ki+H A KT Z4 1.6+0.4, 1.9+0.6, 2.1F0.4nm TH Y . TN 2nm Bi
H“DTF RT3 TO2DIZH L, Cs~Ru/MPC-2100 Ti 3. 20. 8nm & ORI X v K- P14 X
DREV, ZOREITXRD OFEFR & —%KT 5,

* RU02

A Cs-Ru/MPC-2100
M__. Cs-Ru/MPC-1800
‘/\\‘—"-————- Cs-Ru/MPC-1500
M Cs-Ru/AC

10 20 30 40 50 60 70 80 90
260/ deg.

Intensity / arb. unit

X 17. AfufEo XRD N F—
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X 18. (a)Cs—Ru/AC, (b)Cs—Ru/MPC-1500, (c)Cs—Ru/MPC-1800, (d)Cs—Ru/MPC-2100 ¢> TEM 5

3—1—2—4. 7VE=TAK

B 19 (2B D SOMREE K § 27 ' =T ARG O b 2~ 3, BUSIRIREE 280—450°C, £
0. 99MPa, Hy/N, tb=3, SV=9, 000h! DA TIT o 7=, Hlg & LT Ru D AFHEF L 72 MPC-1800 (Ru/MPC-1800)
B L Cs DAEF L 72 MPC-1800 (Cs/MPC-1800) DIEMERRER DFER & 773, Ru/MPC-1800 filtffC1% 450°C
BENST VE=T ORMREMARTE, 510 CTHRKNIEMHZRT DK L, Cs/MPC-1800°C Tl & DI
FETHIEEZ RS o tz, —J5, RuB XN Cs ZHERF L 7= i TR (360 — 410 C) TRATEMEZ /R L
Too ZOFERMNS Ru MEMESR E 720 Cs 205 Ru ~DEFHEEIZ L D N=NFEA OBt L TW\W5 2
EMTRBEIND, Fio, AC AR L T DABEIZ LR MPC Z4ER & - 2 Al & 5 IR TRy EME A
FEHL L. Cs—Ru/MPC-1800 fil i3 fie & W MEME AR 92 L b o Tz,

MPC #E4& & AC FARARBEDTEME DIBEWNZ DWW TIRETT 2720 7 & =7 SRkt O it TEM #8142 %
Totz, B20127 =7 AT DD TEM Bifg 274, MPC 24K & 9 % filhf Tl Ru Ri -+
A ZOEAIMEER TE 72Dk L, Cs—Ru/AC TiX 10nm L EDO K& 7eF /R F 03B TX 5, F£7-,
T U =T AR O fRED XRD 23 & — 2 (7] 21) 726 Cs—Ru/AC DA/ 857 — 2D F Ru (0) 1) g &
NEPNE—7 PR TE, TUoE=TAWED Ru BiFH A ARFE LML TND Z ERH ST
mole, SHITRAITTEMBIZE & CO WA KD FH L7z Rubi A A& R4, COWAE CTIEATLEL L L
TKRFERIE F T 450°C-2 WREETEMEAVALEE 21T 5 7=, MPC FHARAREE T 134 FYE CIRE L7k 791 AHNE
EF—EH L TWDDIZx L, Cs—Ru/AC T COWEIZ L VR LRI A AR KE N ERbooTz,
PLEDOFERN S KT X DIEMELIBFECTACHIK EO RuF VR FR X2V 7 LTS 2 EAVRIBE

18



= 12

= Cs-Ru/MPC-1800

© 10 |

e

e

3 8f

15 s-Ru/MPC-1500
o 6t

J s-Ru/MPC-2100
£ 4t

@ ) Cs-RU/AC  Ru/MPC-1800
: 2|

e [T
E 0 - - - -

< 250 300 350 400 450 500 550

Reaction temperature / °C

19. £l IR EE Ik B IRk

X 20. 7 E=TABH%D (a)Cs—Ru/AC, (b)Cs—Ru/MPC-1500. (c)Cs—Ru/MPC-1800. (d)Cs—Ru/MPC-2100
@ TEM Eifg
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o, RO X2 AN Ru B3 Z V7352 EnhtshTna, 22 TKERTTHO A
X v DOARRZEEN R TPD JIIE 2 W CIHAE L2, & 22 1283 X 912, Cs—Ru/MPC-1500 TIEHI 400°CH> 5
AH U EAERTDDITH L, Cs/Ru/AC TIE <300 ‘COMKIREEI D A ¥ > OERBHER Sz, U ED
FERN D . MPC HHIRAREEIX AC 12, A X AERREN D7 % TS /NS 72 Ru F /R 037
ET 5720, KR TEWIEENRREET S Z ERRBEINS,

Cs-Ru/MPC-2100
-AM——-— Cs-Ru/MPC-1800
g N e C5-RU/MPC-1500
N Attt CS-RU/AC

10 20 30 40 50 60 70 80 90
20/ deg.

Intensity / arb. unit

X 21. 7TVESTARBEOEMEBED XRD R F —

K4, BHEOEMI L RuALFA X

it B RIEME Ru ki %4 X /nm Cs 2
/ mmol g1 h1 TEM CO W& / pmol m2
Cs-Ru/MPC-1500 8.1 (370 C) 1.9+0.6 2.5 2.2
Cs-Ru/MPC-1800 10.2 (360 °C) 2.1+0.4 2.4 3.5
Cs-Ru/MPC-2100 7.3 (360 C) 3.2+0.8 3.7 13
Cs'Ru/AC 2.2 (400 °C) 1.6+0.4 5.8 3.0
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Cs-Ru/AC
Cs-Ru/MPC-1500

Intensity / arb. unit

/—/

300 350 400 45 500
Temperature / °C

22. AEBRHET TD Cs—Ru/MPC-1500 33 X T} Cs—Ru/AC @ 300-500 Ciz¥i75 TPD u 77 A/
(m/Z=15)

—J57C. Cs~Ru/MPC-1800 filt 523t > MPC FHARARBEIZ H A~ iV EME 2 7R 3B RIS D WD T, AB 72 5003
%\, AfREME L LT #4127 T X 912 Cs—Ru/MPC-2100 fiiiE D> Ru F 7 ki+H A K1 Athod MPC A A firfht:
IZHARRE | JEEY A MDD W DITIEEMENZ & 3F 2 bivd, E£72. Cs—Ru/MPC-1500 il
@ Ru B3 A A1E Cs—Ru/MPC-1800 il TIZIX[F U T D23, HALEAE M7=V O Cs RITMM ORI b
RUNSINZ ED, Cs 2D Ru ~OE GO b~/ N SN2 e TEE R T OERK TH D
AEEMNDH D, ThbL, T =T AICHE LTz Ru KA XX Cs—Ru FHAEAMER OIFEN TR SN
%o MPC HUKDIE M L DIEMEDE NI DOWTIEA . in situ DRIFT X2 in situ XAFS JHIE 2 FV TG
TOHUEND D,
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3—2. TUE=TEHROEERER
FLRERBRIEE O# R 2. ARSI OM IO T, Tk 27 A5~k 29 B2 TIT o 7,
BFETIToT/EEMEIL, U ToEs) Tho,
YRk 27 FREE T m e REEARE G H NS RN L i
Rk 28 AR T m ke RFERES KL ORI SR B e & ONCHERR Y L R
Rk 29 R RAEIW SR © QN SRR 1 R
AR 28 ARFEPNICEREFASKE T Ly Pk 20 48 3 ISR APREIEITHE » 7o R Al & 528, SRR
%%@%%%Ibkoﬁ%ﬁ= BT — Rl E T ARGER G & 2 —T 0 U T A BRI »PN TR, &
JEH A2 BERRAHE 1R SIP-= R L¥F—F v U 7Tt bf)%ﬂ’(b\é?/:& THAL—E iR
WCBEEE L TR, = —7 1 U 7 o il 13m0 T A BE R AR 5 618 & B A 72 SO B & L7,

7/=E TFHRB—E V&&

X 23, FRERBEERER

SRR 30 4F 1 A, FBEE T ARLER SR EICAR L, SIET =T AR ERR & Bl
L7z, LIES L oRBOEIEO% ., Fhk 30 4E 3 ISR T v E=T7 OWIE 2157,

X 24. EERBREETERRERER
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SRR 30 4E 3 H2vE . Ru/CeOy il 2 FIE L, 7o BT AEL AT 7=, D%, 8 AIEEHE
A[RET RV X —HFFEFT O KB EE N LRE LTz C0, 7 U —kFEEFEE LT =7 fiE Tk
i, G LT VBT, T =T HAZ—E UL L THWT 48kW OREICHKII L=, =
O —EHDOFT R KFRE - M7 « BEELT V=T TIToOIFHERYITH 5,

11 H XY Ru/Cs/C iz X D HEFEEBRZIT -7, £7o. 2D DFEIFEBRO AR EHHESE DL
SEEEOBNFE LFEE21To7- (K 25), Lo EFERER IR ICHE R ECHEITE Z 59, I8
PN IGERBR A MDD Z LN TE T,

X 25. SErRBREEREEHBRER
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