HE KRS HEE SR ZE CREST

FerEis [ b I SEPEHINHN & D IR ORI H

WFFERRE [ L I 236 4~ DA E SR S A A~ AR A

WFFERS T s =

WFFe Al R 204E10 A ~ %2343 A

FEREE EEH £
AL R PR Z B TP 5e st 2%



S§1 MEEEOBE

(1) FEhuth 2
AWFGEIL, RKE R AAT v AR BB i~ EE M 57 aE AL LT /MR TH =
FNF—HICH LT, 2 I NT, B EE R E W a e AT ABRICEHE LR D)
FALLE AT DN T, il AIE 322 L CRIMEZEOLIEE BRIEL TS, Mﬁ%mﬁ
KRETHT OB AL, ST RENAF L HA(CO EKRFBDIRE T R) ~LEH+ D45
INAF o T A RAVIKFE A ) — )b P AF )L m—T )V EE AL A S TR, /\4’21‘/
UHARLEICOWTIX, HAEERBTA7 0 A TCINETCHLELEEZ LN CE-EIR
(>1000°C) #B% ., filfiA AV KRR EE T 550-650°C~EK 5720 0 fibiii BRI, £
7o, ZZCHFEESIND T ¥ — DI AMUMED BRI DN THF v L UL, B D S5 50X
B RxHIET, SO, BN E BT ADRARA THE TED IO KM A 7 Ml D B 78
179, f&ﬁ)z@/%z“//ﬁﬂﬁﬁ& TOWTIE, KRR E SRS TRONTEERITAH RSN
RN F L T AZNRILIRALKFE  AZ ) — )V AT )L m—T )L IS B i % B %
THIETHD, F— /DM L RIREIZ, D TEMFRRNEORFT, ZOREM, &5
(ZBAZ G I L7277 e AOMEE, £ ORRFHE, BREEARIZOWTHRHMET 528
% H E’\ka’( v \éo

BARHZIE, NAA v AF— VD KK e L LT, Ni i~ Fe BN I, KRR
S é&orﬂaﬁﬁjﬁﬁﬂi@mt%ﬁ.ﬂb A EFRAT DA SR O Z LML
ZHUTLED Fe 755 Ni ~DfeHE R+ DO G I AREE DT T VAR L, £/-. MR

Z N AMEA AT L7 AR A RRESL | MRS Z0 ) — CEfhREZr Ni-Fe fitfitod B
Kl JBBUJJUZO ?:tt\ Fr— T Al 7 v 22OV TE, Ni fBEF CeO, filifiiz VN TEV
Il T IR INFRENAEICLN673 K FREDOERIR T B R D T 237§ “C%
HZEEIR LT, 7J< réﬁX/%ﬁEﬁ;?:&Lr . ﬁﬁﬁfﬁ@&ftf%%“\‘—xkbﬁﬁﬂiﬁ?n;ﬁ%TTI/\
&K BIRINT DL CTEiEtt - @2 EMEO MBERI R TR Bh LTz, FFIZ, Pd & K DR ﬁﬂﬁ%ﬁ
EizonToEE AER

U R BROTE PR
] [P e i G ok T "
f (~8.5nm) L
) Mg (AL, Ni) O —~ T
i} : Wtwd“?‘
N / (~11 nm)
fiote, riqtsy I

EDLZEALRCE DR

AR DWTIEL, ﬁ s= RAASUHR

LB S MEE 23923 K — ="
!,

b A A BOGYE ]
HEL, B RIE AR

B CHEATI RS T CO, co, :
57 OB Hy. o >
¥ AT o T, WAL  PRFIL

Fischer-Tropsch & - I—7iL

iA=L, Pd
& RPRL 1 H ARy
FETHALLLA | T oy
FANMED S = VA H L
HEDET, BT
ANH—BTHIV
ERLET LI TRV RAMESS | A% ) — VA R T LU BA T A MEDO Y 2 VARG D
BAHZL T OAF N —TFT )NV E 5.2 577 VA D B3 TRk B U -, ARHIFZE T oo BR % fi
B OWTIE, TEMFARO ATREMEIZ DWW THRRFT LIz, Sbic, EBT —2 2L, 7
B ADET WALEITV, BTSN = 7 ae A BN MEE RE LT,

P HRIERMR
MR (EWX)




(2) B 7o R R

1. NAF AL — )L DK B SIGNA 7 AR X YA MRk S35 Ni-Fe &4
fidi oD B %

BEE:Ni ° Fe A4 %G AT NARBI N AN BER Rt T D& TH— 72 kA -7
Ni-Fe A&k 2L, ZN AL 952 L TR OB MRS — L DK KK UG SIS
KUTC, TEME « R BT M « R M2 8 O f TV MERE A RS Z L AR LTz,

2. BBk M % AR =BRGP T A S 7 Mkt oo BR %

BESE 5D Pd & K 2R L7IZ8RER L3, BRI RS 2B W TR WK ITE T AL 7 MY
JSTEME A R 2B RNE LT, o, ZORELIEMFRBIAT =X LDV, SPring-8 T
DFFAT 728 %L LB LT,

3. IAA YT ARSI DR S BSOS TRe % — BAS T 2880 7 Vil oD
@

B BUEE TORTON T R/VABIE, 27 (IR, & = IR AT A Ml
L OHEETI T2, IRFARBEL LD & BIIR L 36 JOMB 2 EME D 5\ S L B
AT \IT HIEN R DTz, AL DOBERIES DL ZEBRAFIC LT, LB
EaT & ORI T VI GRTE | DME/ BRAEKIR O — BB U TET,



§ 2. BFFEREAR

(1) SHOAFIERHEAR

INAF = AT A a AR T 558 ORI EHE 32 7 a2 %, 7ERRD Tl (1000~
1200°CLL ) E 3 2 M BELE 280 THY, ALY, 7 e AR T8 KB CEOm -
LRSS TIIRWIRBLIZH D, ZHUTKIL T, ABFED BIEIL, A~ AL AT A (— R LK
FLIKFDORET A ::T I RAF T HALLS) R L TR KT AR ) — )L~ a2
TrEAZBWT, EmIR AR W T n A0 EHA B S L EEAE R AR R
THILTHD, Ty /Wﬁvxéf}? BEEU TR IR E S AT BWE LT, =X ) — VBRI D
DI ZO XD F R BT R R AR DS m D Sl LA 03 D — 5 T, R Ul
Wi AR C 72> CLED, ZAUSKI L T AHIFZE T WD BV R A0 28 1 3 LB R B N
Rz R RTET TR, SESFRFRHIH L TR THD ATREMED &,

INETHTON TCWAARAFT AT LR EBEO T OB AAR — L% LU FITRT, PERRT 21X
fib i D Z 87 IR CIT O CE T, AT, S SO 3 B 130 | & — L DB B SR
5720 ThD, ISEENRANR2003L 2O NEEMHE BB A S T1D, 207
OHAMEANEL TR EHNDZ LI, BONDE R AITE L THIRENLZ LT D, ZDT-
B, ARA AT ALFER TR BEHOBEI 72> TS,

- co
2, e 7 A STA2R g LR A CO
(RAA2RTI = ==& Nerry o S iR 1—=>17 2

ZIERE: B (N0=4D mRe_ilgzo N

BARME) |REO-S0u | mompme RS
< ]
manp | ZEERE

T YSEY S )
AR (BRMAR + KERKE + > HRIEFER)

CO
=~ 0% ~00¢ @- e
%Ea)zs% exrn CH%

BUORGEE S BEEEIED
RiSgR/E Fr— EFEIEY

e
(AMERAR)

| Bm® EREEEET |
B 7 e AIL, ASA A~ ADKIREL > i (500~T00 CFEEE) Eﬁk%%&’%ﬁ&@ﬁmt}im
F UK (500~700 C%aar“)f/\ﬁiax«kﬂﬁ&%T (2T DD BT AT LIRIRFIC
ﬁx@%ﬂﬁiéﬁﬁﬁiﬁ%&zﬁwtm%ﬂw(ﬁc:ﬁw‘/)%fﬁ?/wv%?@{t%u%m&/w#/y
T ARG IR DR DOBAFE BT, ARFFEDO RSN T, /I TH = L — I H L LT
<, IUANTRNT, BAEWEDE W, SAF v AR IEIRERCAL i~ E B W T 57 mE A A 4L
THIETHD, BIORAL ML, 7TavREEIRBALL . BV O DALY O UE - T AL
ZAMRAMAE X CH IR IATADINCT DI LD BRITHRINR2WE R ADGHZ
EThHD, AT ADEGIRILZDOIRE T 3T T 2000 | T HIRIK LR (&
— UL, BRI T ALV EE - & T EOLDI 5, ZOX— Vi@ iR KRR
BB AN B AU, (RIE CTH B TNV U HANE BN [ RBIZ 72D IEE DOIRIRA
VIR ERANZIIMBCE T 5= R — 2O 5B R L. ZIUIA A AR DM L




AT T ABEWE R DR D8] FIZ D723 5H D TH D, 2% H DRA LML, ZZTHD
N2 B RITAHIRENIRNANAA L HAE N RILKERT L THD, ZDT2DITITH AFRK
T FRONAT Lo T ARSI LT D ~FFE A2 L RIS B L0 D,

AWFFENT, AT~ ZDAIED E W RAEIKSE T DAY T T 40 (FTV V) AL T
THDHAY ) — N @SN R TH 2 D8R 727 0 AR I H 53 DB 2B 4500
THY, EALEINTSGE . A~ AOFHEL TEY K& "B bR FBHEHEIEZ AR,
KO/ CO RN A~ ADR A% W REIZ T D728, A~ AD BN R IR E 2 A 737
NG 2 52 ENMRE TR D,

(2) Fri-lBINAEIER 25 B LT~ W Ze kAR
PERT— 2 (IR R) S L, N AF~ AFEE L TR ANV EDPEO )T 728 ORI H O

EEBHAEL TNV, B A IO R HOWTIE, FTE R EAZ ) — VA AN DN TH AL
KRt



§ 3 HMFFEEREMAH
() EEIN—T

O ez
K4 BiE T SN
HE fE— BN N R 2 iz H20.10~H23.3
H A ’ff’i?ﬂiﬁ(?jﬁ?l‘%iﬁ@%gﬂ D1~D3 H20.10~H22.3
PSR
mfl fE— | ALK R TR M2~D2 H20.10~H23.3
+* % WAL KRR Loer e gt M1~Dl1 H20.10~H23.3
/N FE AR PR L5 Et M1~M2 H21.4~H23.3
2 R HAL R PR e e gt B H21.5~H23.3
A Fin | AR R Tt se et M2 H22.4~H23.3
I EwE | AR TR se et B H22.4~H23.3
OWrseE H
B — LK 7R U i oD B
(2) TEAR 17—
D Wz
K4 7T & BNk 2N
BAMR & R TH s s = e =2 7 HEHEZ H20.10~H23.3
e % F [ K2 Tl B H21.4~H23.3
HH LR R HE T2 Bt D1~D2 H21.4~H23.3
HE EAT TR R 8 TR e DI H21.4~H22.3
T 5294 TR FH R 8 TR e M2 H21.4~H22.3
JEH F R T NS 2 e =2 ) M2 H21.4~H22.3
ANt R TH s s = e =2 7 M2 H21.4~H22.3
SH HE N TSNS 2 e 2 Oy M2 H21.4~H22.3
WA ik TR FH R 8 TR e M1~M2 H21.4~H23.3
LAY TR R 8 TR e M2 H20.10~H21.3
Kl fE57E R T NS 2 e =2 ) M1 H22.4~H23.3
WA & N T NS 2 e =2 ) 7 M1 H22.4~H23.3
RIS RRAC N T NS 2 e =2 ) 7 M1 H22.4~H23.3
OwtseEH
XA T T — T AU OIKMEH AL 7 Ml oD B %
(3) Mg 7 N—7F
OLEi% kS
K4 BiE Pk SN
F& HiNE & LR TR ZE R (152) Bz H20.10~H23.3
Kl Z5 B LR TP e (L) HEHZ H20.10~H23.3
2 OB & IR R TP e (1) Bh# H20.10~H23.3
= B & IR TR HEH(T5) D1~D2 H21.4~H23.3
(G & LRI T PR (LT D1~D2 H21.4~H23.3
& IR & LRI T PR (T D1~D2 H21.4~H23.3




£ T B ILRFE TR E (1) M2~D1 H21.4~H23.3
A B RSB TR E () M2~D1 H21.4~H23.3
e B IR TR HE (L) M1~M2 H22.4~H23.3
R A B IR T A IR (150) Bh# H20.10~H21.7
B S| & LR PR TR () M2 H20.10~H21.3
2 B & LR PR TR (L) D3 H20.10~H21.3
NS R B IR TR E () M2 H20.10~H21.3
¥ D B IR TR E (L) D3 H20.10~H22.3
Az WE)A B IR TR E (L) D3 H20.10~H22.3
mH &t B IR TR HE (L) M2 H22.4~H23.3
JREAS & LR TR (1) M2 H22.4~H23.3
B OER & LR TR () M2 H22.4~H23.3
AT WIS & RSP TR () M2 H22.4~H23.3
B ek IR T FRHE (L) M2 H22.4~H23.3
@WrzEE H
A A T AT Wl oD BR
4)=Brn—r
OWFgEs g
K4 iV Bk SN
— . A =R — il ek s wh B - H20.10~H23.3
SRS e Pk
N R =R I—fERR At - H20.10~H21.12
FAIK i w9 IS
" R =R I — il PRk U % N o H20.10~H23.3
B BT e TAEAFZEE
= | AR IR A A - H22.1~H23.3
= L ﬁ?‘f‘f %Fﬂﬁ%ﬁ%ﬁ HBE
@Wr7EIA B
« BRI il oD T 2 il By & o RN E A
B)EWT N—F
OWFgEs g
K4 i Bk SN
. FHG =TI H20.10~H20.12
PBHEC | o unmss et e |
= HRGTO=T V7R o H20.10~H21.3
BIUAHE | s — | T
g 9 R V=TI TR H21.1~H22.3
SWBE | s B | D
HHSED =TV TR H21.4~H22.3
H & DB TR | T et -
P i [ =R




B H kv =707 B BT ! o H22.4~H22.4
P fﬁ/?f);i%%g TV ) WREREEY Y 2 =Tk e
- BAER Y =TV REREE ) | L H22.4~H23.3
SR Sy A ITN—TFK
@mr7EE A

-7 AEGE RO CO, P HITRARN R




§$4 HFEEBNEKR TR
4.1 Z—NAKELKUEMEOBRR (ALK EHEIL—T)
(DAFFE SR N T K OVl
1. 13z

ARFFETlE, NE R AAA~ A% 823-923 K FEEDIKIR BV i CAERR L 727 — V% | [RIFLED
IR CKEREIESH T, AT ANEE WS L7 DI T E TR E DB 2 H L T\ 5,
ROBINAOMBELL T, #— /L OKZEKSE G @ TE M - @O R BT T2 2 S [FRIRFIZ
H IR LRSRE S B B REE W o7, BREMESOABE R Gy D) _EICH 5 CEDMRENEE T
BHEEZTND, FATBOMET NV—T"Tlx, =y V@R iki LB b EVD DKL) /3
RN X — L DK ER U E A W56, =7 VD BRI DIRD it L g LT, IE ML
IRBNTHIYED A BT 22828 L TE7-, ZiUE Ni B L CeO, DFHFEZNFIZIDZLDOTHD
EEZBND, BT, CeO, MW EEE W - it BE (2Ce0,Ce,0,+1/20,) R DI L& E X T
LL DX MR AR R T, #— 8 Ni & BRI COSL. RS RS TR
IRFBFEDIE AT D, Ni 42 JE—CeO, BRILH A2\ T, CeO, F M DERLSA A3 Ni
FDORAEAKFBFEA~EMAEIINTCO ~EEBHLSIND, T2 CTHE LTI A A D5 H,0 A
Ehd, 7 /ariyyMEGE KT 5281, Ni-CeO, REZIASTHEVIETHE THLHEE
Z6ND, ZZ T, =v VR E A~ A4 A5G T 2R T, =V X0EE BRI
e, R IR I =y 7 VR T S A A 2 LTS A0 1=y r Ve B e R TR T
HERICHE B L, T OISR LA E B LB O R AR ~S, 72, Ni & Bk v 3 &
DOREFIZHONTH, IKHAWBNAT AT HIK BICERIE TR - it s B ot iE 4 A
K& v A MG Z iR L U CRREL L 7 i iz >V Th iR <5, BARMIZIZLL FO3R12D
W3,
(a) Ni-Fe/a~ALO, fil o> 27— )L /K 2R S8 B ik Sl i
(b) NARBEEZVHANETERAEDDFTRIL 72 Ni oD S i e & fib A i



2. 24—V DIKFELRE SIS 31T D AR R 0D
P A

B 1T B 2 18 DO EIG [X Z 7= 97, ARBRERL - 1%,
DA HOR (FLAE 1mm) @ _FICFHEN., A
Wy — LTS Z TWAT0 , [EE R g e 7
STWD, 74—F =23 HERET 5, KX
JSEEE ORFBIT. KO EREBSEL TELNR
Te B — VLT ARGy A R TN B RS
BUIDEREAAY THDHT v — TR 1238 A
PN DT D ETHD, KK LE ikt iz b
STF v —LDEMIIHEVFE LN &I H
SNTWD, T, K7 ey =/ MNIBW X, F
¥ —% AT HABEDOB BT TRY, 7k
A L ORI FITBREEC X HEFH L [RIRFIC & R
ANEBHTHZEHEEL TS, XSS5
N CHTALELE ST AT > THWD, BOGREE 13 fih
)8 D 15 S CRUS R O IMANZ DT 7o BAVE X TF
=H—F 5, KAEAKYE ISR ES S THD
7o | b IR R 1 SO E AR LK< 72, 22
IR A 10 O EE N — E S TR A TOZ LAY 35, ARG RFO AT AL,
HFORITRTEBYTHS, B, CENOLXYIT HATHLEFZR N A%ZIE 4130 cc/min TEAL
7236, I B L0 IRB S H 2 2 g i Aa 972 (60 mg/min) o 3AII AL ITMBGHBIZE]
ETLEREB RSN, D BEOH A, KEOX—VEBLOTF v—NERT D, EETHLTv—
X FERD TR D _EICERES I, BV FRAERMEL COHALZ— 1L D ERINLAT — L) it
JEIZEAZIL, filll FCH— L ORAK S E S HHETT 5, 22Tl 15 min SOSFERAI T,
ZORNZY TV 7 LI T AW, CO, CO,, CH, &A% F—2f}& FID, H, % TCD ™ 2
FEDH AT~ 7T 7 THlrd 5, St O R A8 FE 13 iR & 5 CHlE 775, 15 min
% EAKEROBASE L, BHEHAR—TEIT, WIS FE T AT U7 B A 3
4y CohDHa—7 Lt S DO HR FICERE L= F v —%2Z N2 873 K THEREEL T CO, ~&48
Wl CERT D, a—VERBM OF v—ERBDOZD DN AE AEIL, KT ORITIRUZ, fiRe
LT, INETORNTTHAERY), a—7, L OTF v—DINENELND, — 5T, F—iE, K
SR RE DL EE DBV VR 2SR BL B N CRE DN 25720, [N L TUILR A RO LT EN N EETH S,
ZDT BN LT A~ AFORR IR FE BENDIRFBAR—ATOH AR (CO+CH,+CO,) , 21—
IR NF ¢ — U FEFELGIKIET, REN—ATOX— VL B> T,

1. 2=V AKFR SR OIS RATG 4 i O 1]

3. Ni-Fe/a~ALO, filtit % v =2 — L K F K e ©

Ni-Fe filt i1 %, il =& 3MMOEEEEROIRA KR A W T EIRIEIC IR L 72, X2
(2 Ni-Fe filliEiZ 515 4 — VKB K UE SO ~D Fe IRIMEARIFIEEZ RS, HilfE Fe/Ni=0.5
TIIFRE Z— )V DOWER DI N T2 D L RIRFIZ FTAME AT A4 B BE (CO+H,+4CH,) MR A2 252
EM D, BERZ LT, Ni-Fe/a-AlL,O, (Fe/Ni=0.5)filt fi: A3 . Bijh Ni/a-ALO, fifl fi & 08
Fe/a~AlLO; il it & LL#E U CHRD TRIVWEMEZ /R T 2EMBE X T, ZAUT NI & Fe O RK&7pF Y
— W RAC KD EMRIRNEND, a2 —7 AR BT, Fe MBI HE-> CHINTEAD L, foiE o Fe N
IZ Lo TRFRR U ETEVEE IR BT HIE S RIREZE]_ B CTEDZEN o7z, 22 CRElIRS/s
W3, Ni-Fe/a~AlO, (Fe/Ni=0.5)flltt X, SGHLEE 873 K C 100 min IS L Th A bAMBLHAIS
7eiol, IREHT HIHESAREE S LOMFENZ T 5L TWDHEE 2 HiD,

- 10 -



fikfE DX 77 2B — 3
DRERING | S R
BOIEIECHDHKFEW A &
I%, Fe O EIT®ILTH
T T D72 Fe i
(LA IEMER Bk demE Ni R
o m LTI TER
VY, BT 1% Ol ) O -k
L 7= 100 min K Ji
Ni-Fe/a~Al,O4(Fe/Ni=0.5)fif
B> XRD 7>5, Ni & Fe A3FH
HAEMUTERLT Ni-Fe &
OB D, £z,
X Ji %
Ni-Fe/0~Al,O,(Fe/Ni=0.5)fik
N S G SN Y VY R ey gl
TEEEEFEZDE A AEI
Gt ThHEFF STV b e
B2 TW5, — 57T, TEM #l
R R L — 45 X

H,/CO tt

17 20 23 23 15 15 16; 08
100 o 3000 g
i - = E
9 80 i i ® 3
N ! 2500 2 &
1\ 1 ~
£ ooy ; oY s
S r ! % 3
i 40 ! 5
o : i 2000 & %
B 20 1 i &
K o)
0 ; 1500
0 01302505075 1 2! Fe
%/T/J:[: Fe/Ni 1|~"e/ a-ALO;
Ni-Fe/a-Al,O3
it

X 2. Ni-Fe/ a-AlLO, filtlfa oA OB iR — L DK FR K LE
RERRE R, SRS A~ ARG EE; 60 mg/min, N, JitiH; 60
ml/min, (added H,0)/C=0.47 OKZ&iiE 1110 x mol/min), H, =
J6 773 K, 30 min, fltfftEE&; 0.75 g, Ni fHEFE 12 wt%, SOSIREE
823 K.

BROTHTORERD D Ni-Fe/a~Al,O4(Fe/Ni=0.5) it Tld, ¥R 2L LT 22 &= 2 nm ORI
BRI, ENHORLF-OHROMELEL T, Fe/(NitFe)iX, 0.06 2>5 0.72 EWDIEF Iy iz
FFo QDI EN otz (i 2RO YRR, Fe/(NitFe)=0.33) , — 5T, 22 = 2 nm D4
JEBRI 1, BB T ARFREITA Y $5, L, KBWEENORDT-/EEIL 0.7%L e
AU NS KBS T O E NP RELLESNTNDIENS D, B4 )E—Fe 4T, Fe
EDB B IDKFER G OIT NEESNTEY, BEHELZRE#EE LN, RIZELIZ
Ni-Fe/a~Al,O,(Fe/Ni=0.5)fi#:o> Ni J O8N Fe A-edge O EXAFS A~XJ NV DI —T 7 4T 47
DOFERAERT, B EXAFS IEO AR EFENTIZ ) T, BELE T OREE D ATRETHH A3, Ni
L Fe DI FEEZDENSDIZOWTE, BELRFE L TXBTHIEDEH LT, Ni-Ni
or Fe }2 O Fe-Ni or Fe EWWIOKFLIZA - TD, etk RE DALtk T 100°C TRtz ~ 11
RIZE L L7=334 . Ni K~edge (233175 Ni-Ni or Fe OEMIEIE, 11.5 785 11.2 ~EBE TR Lz
DITHKIL T, Fe K-edge (Z31F% Fe-Ni or Fe DENEIL, 9.8 255 7.7 ~FHE IR LIz, Zh
IZ. Fe O ML EZ TR0 TVEEIZ/RD 2852 RLTEY, Ni-O D% 51% Ni K~edge EXAFS
TEHREN2NDIZKT LT, Fe-O D% 57 Fe A-edge EXAFS THEAISH AR Bb oA T HL
TWD, SHIT, BITHE Oz 3155 Ni-Ni or Fe @ 11.5 LW IEMIEIZ %L T, Fe-Ni or Fe @
BOATEAN, 9.8 LUV b E 2 DL Ni-Fe &40 T Ni Jfl 7L Hei LT Fe Ji 10 )7 A3 & J@ ik
FRENMREL TODIEDRIBIND, WEEFIT OFERGONTZET WAEIE K O Fe iININZ LS
SOSMEERERE DA A— % X 31278 T, Ni-Fe 543 m LT, Fe [ Ni &JRF-L~L Tl L C
WHT2D NI EOFRERACKFESLDHGH IR TR 72 e TE . ZAIUTIOIEME & R AT i
PR EL TODEEZLTUVD,

- 11 -



AFHEIE Ni & Fe ML # 1. Ni-Fe/oa—Al,O; fill ift ® EXAFS fig #7 5

\J-u-l (\né\ f‘\r ;\né\ il
BB = A e —C AR [ W ity ALER i Bohr i fio_lﬁrﬁliﬁ/
DOHT | BEERIRMREY DD , — —
TEEBEEXDEND & Fe Ol KI:c;ge ﬁﬁﬂ;ij;é? K) Eiiigig ﬁz ijg
S 3 5 —f L N = - - . B
PREE AR5 — TR R 2 LA LIS Fe BT Fe-Ni(or-Fe) 9.8 2.50

JOEWERERIGAZ LN TES
K-ed - . .
LEZHND, e K) Fe0 L1 1.99

ZC TR LA, e R
Ni~Co X° Co-Fe filifitiz- > T
HRRFIEIT T,
TarQKFERBER G
CH,0, +aH,0 = bCO + cH, + (dCO, + eCH,)
(C,H,0,) H, CO 7o 00 ot

-7

B13. Ni-Fe/a-ALO, il D€ 7T /L HiEL Fe RN L AIEHERE

- 12 -



4, NARES YA SEIBRARZ R L2 Ni/Mg/Al il itz =2 — L O KR K SE
NARBZ LY ARNE, MM (OH), (A", ) mH,O LW EE -7 L A THo, M!

I M2 2 NiZ' 28, 72, MITIZ AP S ADZEN TE DT80, OB i (< B A a4y 2 —1C

SATES D LN ARER IR THHEE 2D, ZORTERMAICBERR SR AU E 281280,

PERMMBEL LB L TR M IR BT I, ZEME A T RO 2 BIEL Tnd, A

RuZ A NI, STEICIOFHRL | EOFR Rk & OfESE O S\ T @b Z 1T -7, &

DOFEFEL T, Ni/Mg/Al fillft (&1 E:9/66/25) 23 it CnV) . Z Dl & il i B & X4 7=V [R] & D

Ni 28 ¢¢ Ni/ALO, = Ni/MgO &0

B — )L D IK 7% R UE S DY RE

b A X AN, il E LT

1 g JAW=834 . 823 K IV T

THOMEE FHWTH X — L D5k

eI D0, a—7mEi,

Ni/Mg/Al>Ni/MgO>Ni/ALO, P JIE

FrliaoTuNiz, F7=, it &% 0.5

g IZWBLLIZS A Ni/MgO kY

Ni/AlL,O; Dl FIZIWNT, Z—b

PR ENEZICHENLTLEID

(ZxfLC, Ni/Mg/Al filfilix 0.3 ¢

THX— /LT, s

PEDIRD CTEWZEZE R LTS,

7=, AN 0.3-1.0 g OFIPHT

AR A DNEE A E DB

ZEDG, filiE A 1735 0.3 g D

B T CURBE IS /K 78 &S -E B0 A

IFEAERTLTCWDEH I TED,

EHICHRENZ L LT, it &

730.3-1.0 g OFPH Ca—r R &

PIFEAEEALL TN, Zh

VXL R A 85 0.3 g O

W Ca— 27 ARSI ETT 20

WZXFLC, A 0.7 g iZid=—2

MPIEEAEER LN EERIBL

TW5, a—7 ARG D N —RE

LUClX, #— Vi D3 ROt &

CO DALULSES (2CO—C+CO,)

D BB ND, fiklilfE o A0 0 ff

UT ARIEE CIX T O Ofhist ¢

I, =D EREL CO D5y

JE DM D TR 26D | filigt g ALY

A CoOa—7ARIE, ¥ — Vil

DRI DEE 2 BID,

B14. 57— /L DIKFE R YUE RO B R

(A) Ni/Mg/Al (9/66/25), (B) Ni/MgO, (C) Ni/ALO,.
FOSSM: NAA~ ARG EE; 60 mg/min,
(added H,0)/C=0.47 OKZ&KIEE 1110 x mol/min),
1073 K 3 7%, 30 min, Ni 58 12 wtt.
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ZHUSKTU T, il oo ) AR AR E IR o ol ETiR, Z—L D4y E AR TEL
CO DAFENRFENO T, M H 0 coa—r74mIL, CO RBULSICEDEEZLND, 21
K EZHE Ni/Mg/Al filiEix, H O Ta— 27 AR &0 RD T, CO RGN
HEATUIZ W C& | ZAUTEBEN o2 — 2 B Bt 2 R o TWOAZ 2R L TS, il i fiF
Hrofs 5. Ni/Mg/Al(9/66/25) il %, 8-9 nm FZEED Ni 4Bkl & 11-12 nm F2ED T /LI=
T EAZ L R O—ERD Ni A A L HE TR b~ 2T LSR5 Ry MR L TOD 2 EM
L3ty ZETOURE D 2<%, £ LT Ni-Fe/o-Al04(Fe/Ni=0.5)fifift, | K& FH{AKL
FORME LI/ NS B 7030 BT DEE £ > TVD A3, Ni/Mg/Al9/66/25) I L= 41
DEREIIAR DT /a RV M ZFF>TERY, ZOMENEMERRIZORBR > TNDEZ T
% (%5),

Ni &8k Tar, H,0
+ (~8.5 nm) M
Mg (Al, Ni) O 8L E M

7 AL
AL PR 1 H, €O
(~11 nm)

B5. NARNBEZ LS A NFIBRAR SR L 72 Ni/Mg/Al(9/66/25) il o> € 7 LA i
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6. &

Ni-Fe DA &AGIZLDZ — VK FRKR UG ERED B] b2 RHL, F72. ~AR a2 L4 MiBR A%
HW T ras Rm oy MG E FFo T il oFitl e | iz o m itz >V TH B LT,
IS ENE A LT ABEOFHRLAITU mWIENE, o — 28T i, e, BRI SR E %3k
i 2 = i D BA % 21T -7,

OBFFERR R DA RIS D% R

ARWFFETIE BTL % H R L7oKZR KB AL D BRFE 21T > T8 X —/LVORIAEIT T AED
B U RAN R BETH Y ZOMRICHEBRCTED W RetE2b o, Fo, mPEREfl X, KART A
AR RALKFE D RRLRBE SISO A DMEZ R, B 8 OES~DOH RO HFFT
&2,

4. 2 NAFF o —H 2R OKMETT A7 Mo BR%E (FRARH K5 BRI L—7)
(DAIFFE S0 N 2R B OVl R
1. 13Oz

AKMEAT AL 7 NEOSWGSIE, 7k R EGE H OKBI R\ LA BRI AHO H,/CO Hiliis 4
% ECIHFICHER G TH D, BE, TEAIC WGS UL Fe—Cr R filfA V= @R 7k
FSin(593-723 K)& Cu-Zn RfillA AWK S 7 M (483-513 K)o B Cfrbisd, Fe-Cr
AT 22 T D DMEIRIKIC B W TR DME, — 75 Cu-Zn RIMRIEISIZ I W CREfh
RN, DSS (Daily startup and shutdown) it 2MEWZ ENRIETH D, Tz, W AMEBITEFT
BHF % —EFHEND BOGSEDIR O R 1T, ALEEASEE b U728 7 e A TR IR il o 24k
THZEMTEIITLEELLY,

VI b0 S FE 2 C, ARFZE CIHRIEIRIC B W CETENE R R T2l 72 K PET AL 7 N B LY
T — A ABE D BIR 250 H L Uiz, AT A 7 Nl Ui, Z2i7e gk bz
N—R (T & 72 B AN D& TR DO VEBNR BB ZARIRAL L, S M2~ 3 il i oD B 7S
EAT o7z, SOOIV A EHEEAZ R T BRI OW TR LT, v — T ALt E 1L C
X7 R L% IR R EI TS T2,

H 20 4 10 A OAMFEDAS — L&, Fex D7V —T7Tl, BefbiE B2 AL redox T
FEAE CLUGDMEIT 507 A A MUF L) & B FRAR L LT WGS BUSIZ @i v G - 2 EPEE
HI DO E2IT->C&7-, TORKER, H21 41X LaCoO, I Pt, Pd Z#HFFL7=
Pt/Pd/LaCoO, 25 redox B OMMECRUGAETTL, T2 Cu—Zn ZJAREEDOTE A 2 HZ L% Fi,
HUSRE L Y, £72, @iz Pt oy
{Z Fe %/ﬁlﬁbﬂ L7 Pd/Fe/LaC003 YR , 80 —8—Ni 0 wt%
Pt/Pd/LaCoO, <0 L3 Cu-Zn Rtz or g Noweih dschares
IE X7 DR N E A R 2 &
ZASHNILT 2, -, Fr—H AL fil
BEE TR TR b DO R AT T2, H22
EEE, ZNHORERED, Pd & Fe EO[H
O EAMEMIZIEAL, Pd/Fe,0, filiiz>
W TR E T T2, ZORER Pd/Fe,0; T
I3 WGS {EPEZ RS2V, K Z4HEFLT- 02 ‘
Pd/K/FQZOS ﬁ>:®}i561%(§‘f$78%'3—: 1 Time / min
LER R LT, SHICERE T o . o .

CeO, THRBDRM RN, ML o STr e\ 2 uidized bed renctor.
TR A - 2w SO, I EEL 2

Pd/K/SiO, filix, WGSIZ&IE A2 RS0 7=720, Pd, K, BRfbiE okt a A 45 M A0 =
FHNIAFTHZLIE TRV WGS TEENFIL T DL 00MILTE Y, AT v —D A AL
2OV, REhE RS2 W ARIR CORLI T A bR E L, BV AR BRI NI 21&
ff L7 A 673 K LW LERAVIRIE TRy Wb EREZ A T D23 bh o7 (K1) , ZOBRIZ,

A ——Ni | wt%

Y -J--Ni | wt% with discharge
—&—Ni 2.4 wi%
TH | -4 Ni 2.4 wi% with discharge

A
60 )
50| Y
40
30

20|
10| G/A

CO, formation rate / pmol min™!
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KA RII T 5T, EEOBIC AL DB RIS HEBREFIZ R L TNDHIE, F20K
PR E S A HINT 52 T MEES D LN b T,

E51Z, Pd, K, Fe,0; D =FHOEEZHGNITHZE2BIELT TG JIEICLVER{LIE TE
BOBHZITV, SHIZ K USNOT VAV ROHE I F, EXAFS HlEIZED Pd OMAIHESEIC
DWTHREE T2,

2. EB A

—HEOHFFRIZIBN T, DKl Za-Fe,0,, y-Fe,0,, KFeO,, CeO, % AV /=, a-Fe,0, 1%
WAL, S8 CeO, 1% JRC-CEO-1 ZAE M L7z, y-Fe, 0, IFILEAEIZ LV -, KFeO,
IXEAREIC LTI 72, LN RRCHTD A 720 R, Fe,O, 1Za-Fe,0, DZEZRT, Pd, &7V
V4L, Na, K, Co)ZERIEIZE > TTNOOMRIZHEE LT, OB AW L, Pd Iz
DOWTET R, TABIERBIZOWTIIARKEZ AW, 7, &I Pd 2Mftlito 28 &
D 1.1 wt%, %7 /VHU4 )BT alkali/Pd mol FbAS 0.5 — 5 LB XOICHHEF L=, BERLOSEIL 5 K
min ' F5, 773 K, 1 h SR T17 o177,

TR LS E R il UG g E W T T o 72, BOG#HIAME 8 mm, NEE 6 mm DA
WEEH W, AL E BT 80 mg, KIGAAD ML AR LT H,0/CO/H,/N,/Ar =
30/6/42/13/9 &L, W/F = 2.99 g—cat h mol &U7z, SOSREEIE 573 K, 185 min #DIEM:2 &
FIEMEE LTz, ROSE# O A0 A% GC-FID Z W T LIz, a-Fe,0,, y-Fe,0, &AL 1=
I D S BT & SR OfE dbAE &2 XRD ICTHIE L7, HEEIT X #REIPrEEE (Rigaku #EHL
RINT-2100) z F\V 7=, SRSLL 7=l o R iR e 2@ 2 E T 572D TGRIEEIT 72, 2 &I
I EEVE B EEEE (SHIMADZU 8 TGA-50) Z AV =, HIE T XA RS TEIR SR 2 &
¥AT -T2, AR EMITFIRND
600 K FT 10 Kmin ' I CHIELT,
fEVRSEIL 573 KIZTEFREEIC

IR FETHIE Lz, SUSH A H,, 5

CO, H,0 &k~ Il EAAFICT "

AWz, 2t fElE 50 mL min!, & oL / a)

L<iZ 100 mL min? THbD, £7=, ©

-0.02% K COREARTTIREL 3 sl ®)

L7z, EXAFS JIElE, SPring-8 @ =

BL14B2 (A% %5 : 2010B1892) {2 B0

TTo72, PdK edge (24.3 keV)% = e nareo,

BRI THE LT, X ROE® sk —— 050 WOFe0;

i SiGIDZE M, Y7L, — R

7 mm OMET A AZRIZAKRIE LT

HDOx W, BUSEDY Tk '2%00 400 500 600 700 800 900
LTRWELOR, FAA I, 9 Temperature / K

IRAVL I AT TG ABD GG H T _

STIR ETHIL, WOS A ST, 0. 00
( H,0/CO/H,/N,/Ar = Reduction :50 mL (H,/N,=10/90) Temperature:873 K, 10 K
30/6/42/13/9) % 15 min E ALK mint

JREATV, TOFEE Ar TR—=VL, BIRFTHEILT, TOHBITU RNI2NINTRITIR 7 ¢
JVETEZE NI LT, TXTOF 7L, SR THEL, HIEDBIZITA —N 7T —2%ff
F L7, EXAFS ®7 —43 REX2000 (Rigaku ) CENTLT=, I—T 74w 7427 ClE, EEUERE
LLC Pd foil &V =,
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3. ZfiiZz Fe Z ANz KIED AL 100

7 Mk D BR %S

SRR R X — %A1 redox 20|
B |- IO RS T AL E 2 D . ® 0.53 WI%Pd/0.50 WI%K/Fe;O;
N5, SFY, ABEOREER T S | P
FRPEIT WGS JEMEICRE I i 2 i
FlEF LD, 22T, Pd L K .
LD, ML TTRHENE DX g YV T v eeg o
HEA T BHERAT BIBIC, S © e
Fe,0,, Pd/Fe,0;, K/Fe,0, (Z-OU 20 -
TH,-TPR #17-57-(1X2) , -y

E OV THE B % 0 5 100 50 200
D3 3. 30T TLEL TND, 2D 3 , ,
LEOBILMIE Fe,0, DIRHET N Time o: stream/nlln
H7 k%‘i%ﬂéo %\‘H“/7°/1/7EHZ ;)I’gg ﬁ%gﬁfgfﬁ? wt%Pd/0.50 wt%oK/Fe,0; and

9 %L Pd/Fe,0;, @ Fe,0, 735

Fe,0, ~Di# TLIREIL 503 K THY, Fe,0, D 616 K ([T TEL 2o TWAZEN DD, —TF
K/Fe,0, 1% Fe,0, IZ R TiilZ Fe,0, 735 Fe,O, ~DiE TR E L 687 K EREL g TWNAZEN
DD, £ PdHHEHILDE TTIRE DK FIcoW T, B FERFE O EME#ES QDD
ENEZLND, — 7, K HIEFICILBE TIRED EFICHOWTIL, W B0 Z5hT <
WHERDILD, ZHUT K 23 Fe,Oy DREIEZ EMEZ O TWDD TIFRUVINEZ LT,

Fe,O05 1% K #ERICEZEICIRE D E< /e >72, 22T K & Fe LD TOEASEILH DI AKIZE
HREDZEACPEEZTNDEBLEL, FEFIEICEY KFeO, 2L, Pd ZEFL7= Pd/KFeO,
WZOWTEMRERZAT 572 (I¥3) , Pd/KFeOy IZHIHHENEN 7.3% THY, 1FEAE RS /2o, T
DOFERID, K & Fe LA ETEL TWOD ATHEM IR, K ITZBID&EE ZH-T\HE%E
2 HD,

ERERILIX, o-Fe,0,, y-Fe,0,, Fe,0, DA TIEITLEILD, SHIZ, y-Fe,0,ldo-Fe,0,X° Fe,0,
IZHARTREEMRTHD120, KIS HAZLDETIZIVa-Fe,0; 125 Fe,0, FTEIILINDHEE
265, LnLZFD—T, $kiRti
7V HBVERBOIMIZEL ST

y-Fe,0; OMDLEEMNE mHHIEN 100

FHILTWND, ZZTRKBSHIZE

W, SRIREM Ey-Fe,0; DMRIET 80 - :Z)-.ggzgi%Pd/y-Fezq
ZEASHE, ZDy-Fe,0, WFETD © @ 0.53 Wt%Pd/0.50 wt%K/y-Fe,0,
ZLICkoTEVW WGS IEMEERLT S 60} 053 wt%Pd/0.50 wt%K/o-Fe,0,
WHDTIERNNEEERL, y-Fe,0, z N

AR E LT i (DWW TR MR RRBR g 40l Cae,

Z17-7= (M4) , 22 Ty-Fe,0, IZIL 3 KA A s a,
BHEIZ > TR D% VT, © 0l

it L= i Zy-Fe,0,, Pd/y—Fe,0,,

Pd/K/y-Fe,0; To%, Pd fHFFEITE NS = AR
OfiliEt, 1.1 wt% Th b, Pd/y-Fe,0,, 4 0 50 100 150 200
Pd/K/y-Fe,O, EbIZHIHIEMEDZ I Time on stream / min

2 0.93%, 4.1%THY, 1FLAERE
7o Tz, ZORERND, K 1Ty-Fe,0,
DL EAIZHT G L TNHNDDTIFARL,
FOBERNZ L > TEIRMEICHF S5 L CWDZENRENT, ZLT, y-Fe,0, 1ZEELMICEH B DS
P, TEMEZ RERD T2 8V FE D, a—Fe,0, 23 EV Y WGS 1EM A D72 DI BB T 7 75—

The activities of Pd catalyst supported on y-Fe,Os.
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ThHD A REMED RIS,

a-Fe,0,, y-Fe,0, Zf{RL1L7- Pd, K
BB OTEMERBR O LL#e S, o-Fe,0, %
LR L LT L0 B8 i IR 2o 2 e o Feou |,
Dol ZOERZALNITHOIZ,
XRD I 2 LB i DTS MR ER % 0D 3 ; e oy ©
NIREED AT 72 (K5) , o-Fe,0,,
y-Fe,0; ZHIRE LT AL X EH IS SS AT A
(28D, Fe, O, DIBIEE THEILSNTNDHIL .
MDD, — N G4 A O B . ki sl
B OSSNV IRETEIL Fe,0, DREZRT 28 '
M5, TEMAIEL T Fe,O, O AIHREMED E, 5
LML, A lEREnzfERICB VLT, 1§

Intensity / a.u
0

1 1 1 1 1 1 1
10 20 30 40 50 60 70 80 90

20 / degree
‘rﬁffs &i khk%fﬁéﬂfcﬁﬁ D f:y—FeZOS %*ﬂ XRD patterns of used catalysts:
ELIMIEIT OV T Fo,O, E Tt O (oo milia mo m 005

TWAIENDND, DFED, L IHEE N
Fe,0, THAIZHEDLLTIEEAETEMENFEILL TR0, Fe,0, 235EMEARTHD AIREMEME
WO TRV EBbins, Lo T, miEtEa 9 EKEL TldaFe,05 OMEENEE TIXARV V)
EBLZ LT, UL, BIFEBR AT Ca-Fe,0, 2R E L= il 2D T XRD I EIZ L~ TR
SNT=DIE Fe,0, DHTHY, a-Fe,0, DIEE IR TE7en o7, Zitida-Fe,0, Df&EE R >
TWDDIE K D3R L TODE R DO 2 THHE DI, XRD TIHHIE TEX7an>7=DTid7e
WINEHEERS LD,

a-Fe,0,, y-Fe,0, Z KL LIl Cldy-Fe,0, D ITIEMENFEILLI2NZ LN b7, 22
TELE TTEE ORI E ) HZ DR ZFH~D7-012, H,0 FEIHE TSR TGRIEE T T4
B, BUSHAIZH,0 2 AN TN EEOIRTTIRE L 616 K THho7=DIixt LT, H,0 Z A=t
XL 617 K LB uFENIZEAEE DO T2, — 7, a-Fe,0, DR LI EITZIE I 616 K,
628 K &, St AHIZ HyO & A= 7 78 Fe,0, 035 Fey,O, ~Di& eI EN D LEL R o7z, Zh
lZo-Fe,0; (2B W\ T H,O MO FIEE DO F/ENEITL CWATDTEEE 2 b5, BlRIToT2407
JE %28 Z 23R BkE s, (HHEEFL TR o-Fe,0, b @D T, EDV 7 /BT H,0 43
JERKELRDIEE Fe,0,005 Fe,O, ~DiRTTIRE N L2 o7z, ZOFERID, K X2 Pd OHEFD
A HEIZRIR72L, a-Fe,O5 DFHE T IR DT EIZE 5L TOD ATREMED RIBS AT,

- 18 -



INFETOMZRICE ST K 23 WGS JEHEIZ

KREREEE B2 5L bhot, L, 10

AT BT K A EARRICE D X5 7Bl e

LCOBOMNEBRETIV Y, K A4 Ok . ey, AN
WGS JEHEIC 8% 5.2 TOBDThiuE, K ool Maa.  Ltre||26
LIS OT L 71) & B IC B THIRIERIC WGS . m SN

ISV B A 52 513 ThD, 2T, K B soap Mt em _a
SOT AV EIELL Na, C)ZARFFLI- Al S "
WZDUWTHIEMERBR ATV, K R (5] 20 -

BRI B PEA R 9 0 2 R L (1R16) 6 "o e eeee.
K7 )V H) 4 &1L alkali/Pd molar ratio 2% 2 (Z 05 = oo = 300
1RBENCT N AV e B AARFF L=, Pd 155 Rt I

fi/_.I;\T 1.1 Wt%f‘&)éo %%@i Li *Ej:éfﬁﬂiﬁiﬁc Effect of alkali loading on activities of Pd/alkali/Fe,Os.
Fﬁbfﬂi%ﬂ,ﬁﬁ/ﬁ‘lﬁﬁ) 12%&@& kﬁ/}i(ﬁ‘lﬁ%ﬂf\‘é Pd supported weight:1.1 wt%, alkali/Pd molar ratio:2.0
fiiﬂof’:fﬁ, Na, Cs ITENE 51%, T2%& b 100

BRI EVEME A R LT, £, TNENOT IV

HVHFHBET K, Cs, Na, Li OIETETEMEE 80 A oL
Tk, SERMLET AV ROF T, K 8 A e e S
D3t v ENE (WIS 83%) 2R LT3, % § or e+ \j//!;\ &
NSRS ST 53 D FIEY O AR S I S

L7z, K BISAO T VA & BB C DT Z -

H k4 72 alkali/Pd molar ratio(1, 2, 3.5, 5) Tl ol

WL, AT SV TR MR AT, £h? . o o 2

AL T LAY o B R OIE DS e K 172 B
alkali/Pd molar ratio DR &#1T7-7= (X 7), Li kali/Pd molar raio /-
*ﬂ%ﬁﬁﬁibi&@ alkali/Pd molar ratio {23V T The relation between catalytic activities and alkali/Pd
BIFEALIEMA R T2, Na HHEFlIED molarratio

WIHEMEIZZE R 45% (ratio: 1), 51%(ratio:2),

54%(ratio:3.5), 54%(ratio:5) THYE D alkali/Pd molar ratio 2BV THIFIE—TEDEMEZRLIZ,
Cs fHEFibE T K FREFARELC K IX72 B DD, K SRl alkali/Pd molar ratio=2 IZ 3BTt i
IEMEE R Uz,

KT N B & B OV TIEERBR 21T > CTE723, T AV4 R OFEIZ LIRS
20, BTV V4 BT LY alkali/Pd molar ratio SIEMEEDRRE Bie Dz bnotz, £
DERNZ DWW TR LR TLFE BN OB R DIRFTT 572012 TG & AW TE L D fRbiE e 28 o
el AT 577, Pd $HEF R 1.1 wt%, alkali/Pd molar ratio=2 LU C, {&MA7RL7= Na, K, Cs FH#i
WD H,=TPR AR et L7z 5, oo BHARIREE X224 539 K, 546 K, 543 K LIFIFR L TH-
7o —77, LiHFEHMEE IR 3 SOMIELHE LIRS 518 K MRV A3 bnoTz, Pd DA%
FH#EF L7 Pd/Fe,0, D& TLIREEIL 502 K & Pd/Li/Fe,0, J0HESITAED -T2, 2T Li $HEHik
IZOWTEDFERIZRETEATO 72018, K HEFEE Li FAEFARELIZ SV T H,0, CO RFER Tz
BIFD TG BIEZITV, W& D Fe,0,7035 Fe,O, ~Di& Tk E D iz 4772, 22T, CO Wik
14T 5%, H,O Fiifi 2 FEEE(G%, 10%) D5 TITo70, SHICHIBGM T, —EIREGT3
K)COSMTRIEEIT 72, K HEEIT H,O 25 EEZ KELTHILITL > TEITAHL T
fil& iz, —J5, Li R X K JREFARED J912 H,0 /0 [EZZ b THIB LB R E /A
{RIFBN e o7z, Fie, K RS Li R A Ll 95 L, K HEFRELD 75 73 Li $HEFiE
FobiEILHIEIS T,
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TN BV BOEEFHCE ST Pd OGRS 28 D X7 BN BN TWOD0E G 57201,
EXAFS HIiEA#1T -7, £9°, #7235 alkali/Pd molar ratio T Pd OFHIREE & D SHDEDE Mt
T 572012, 4% alkali/Pd molar ratio(0.5, 1.5, 2, 3.5) CaABLL 7= Pd/K/Fe,0, \IZ DWW THIEZA TV,
Hele a2 7572 (IK8) o MR L4 T 0.275 nm & REARZ(LIT RSN o7, LLED
MBI Z 4 8.89(ratio:0.5), 8.96(ratio:1.5), 8.26(ratio:2.0), 8.98(ratio:3.5)& K/Pd molar ratio
M2 IR W TEYL /NS A2 577, alkali/Pd molar ratio 723 2 (23817547 V1) 4 @ il (Pd/Li,
Na, K or Cs/Fe,ONZDUWTHEEAT 72 (X19) . JR 7 BRREI XA 7L Y 4 @ HERFA I A b g
LT 0.275 nm(Li, Na, K)HL<IZ 0.274 nm(Cs)EFEA EFEIZ RO -7223, Pd OENLEN
Cs(7.41), K(8.26), Na(8.73), Li(10.7)DNE, S FV 1K SNEIZ/ NS 72 o7, Fio, IEPEE DA
P Cs LIS—F L TW5, Cs IZBIL T, R factor DEAMLOY L7 L L0E KEWZEDD, Pd
metal DA OREE BSTERR STV TOD TREME 2N H7200, S 1%L K0 21T MR H D,

Pd-Pd
Pd-Pd

©
(d)

[F(O))/-

R

©

(b) (b)

L

@ @

(=]
[=}
f=1

1 2 3 4 5 1 2 3 4 5
Distance/ 10" nm 9 Distance/ 10" nm

f=)}

X 8

Results of Fourier transform of k3-weighted Pd-K edge EXAFS
oscillations of Pd foil and used 1.1 wt%Pd/K/Fe,0;.

(a) Pd foil, (b) ratio:0.5, (c) ratio:1.5, (d) ratio:2 and (e) ratio:3.5.
Reaction time:15 min. FT range : 30-150 nm-1.

Results of Fourier transform of k3-weighted Pd-K edge EXAFS
oscillations of Pd foil and used 1.1 wt%Pd/alkali/Fe,O;.

(a) Pd foil, (b) Li, (c) Na, (d) K and (e) Cs. Alkali/Pd molar ratio:2.0.
Reaction time:15 min. FT range : 30-150 nm-L.

Cs USNOT NHV&RIZBEIL T, BALEDS NS BIEETEEN R L2 TWD, BIAIERA /NS
7o TNEDIE, Pd NIV REICTRHL, ATV 70X 778 OFEIG N KELRY, Pd 0kL
FEDNNEL o TWABIENE X HA,

VL EDOFERLD, K 1IZZFDMO TV )& @I T Pd DR F % RESTHRENKEL, &
517 alkali/Pd molar ratio 2349 2 IZB W THRHZF DR R NP KELARA AIREMD E W I EDRIB ST
72o H,0, H, RFRICEITS TG HIEDRE RO FEER O FAICTF 5L TWHDITa-Fe,0; T
bHHEZZBID, LIL Pd/K/Fe,0; 3EVEMEZ R T — 5T, L HEFL TV a-Fe,O, 1
573 KIZBWTIEEEZ RS/, £22TC, Pd & K OZNENOEENILL FDO I NIE X HND, Pd
I Hy-TPR OFERLY, BB E DI FRRLNDZEND, BT BEOKHICE G L TNDHES
2D, T BEZOKICEH 5T 25LBbs Pd EIICHAICE G T5E5 20 50-Fe,0,
ZAAAE DT Pd/Fe,0, 73 573 KICBW TETEMZ R T LB 2 HDHD, EERITITIFZEALTEME
LRSIz, ZHUTBE DL Pd/Fe,05 TIXRIEIZa-Fe,05 736 Fe,O, DIEILSE Y, K11
FOFENTHFIATONIRWZOEE 255, KIZH,-TPR DFE LY, Bl EO EFN RS
NAHZEDD, a-Fe,0, DIEEZREMEIZET 5T 58 2515, Pd/K/Fe,0, 128\ T Pd 134% 1
FORHIZ, a-Fe,0, 13 TEEFZDOFAIZHT L, KITHELT- Fe,0, Za-Fe,0, DA I ZHEFF
THIEIZEST, Fe,O \TETTSINDDEHIH|I L TNDDEE 2 55, K/Pd molar ratio 3% 2 C
EIEMZ R THBREL T, B FBEBEOMIHEFAEDNTUREZTNAEIK 2 THHILED ATREM:
D—2LLTEZLIND,

4. £
TG JIEIZLY, Pd IFIEICIREAMETL, KIFEITCRENREIRDIEN DT,
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‘KD Fe,O4lZxt T DB DWW TIRETLTORE R, KiZoFe, Oy DREIEAIRFFL TS ATREMED R
BTz,

co-Fe,0, 1% HyO 12X DM TR R DO FAIZET 5L CWD Al REM D VRIS LT,

‘K DS DOT VA1) &JE(LL Na, Cs)ZHHEFLT-AMEEIZ DUV TRETLTZRE SR, Li DA O T v B4
BTN TH FRER R B O EEZ R T2 03Tz,

*EXAFS |21V Pd O E 2 OWTRBTL 7285 5, K/Pd molar ratio 28 2 (2B W T BN 3K
DN Ip BT boirotz, Fio, 7N A @ RBFHAEZ SOV T [FRIERIC EXAFS JIiEEZTT-
T-HFEE Cs, K, Na, Li OIECHIELD /NS o7,

1) Y. Sekine, H. Takamatsu, S. Aramaki, K. Ichishima, M. Takada, M. Matsukata, E.
Kikuchi, Appl. Catal. A’ Gen., 352 (2009) 214-222.

2) R. Watanabe, Y. Sekine, H. Takamatsu, Y. Sakamoto, S. Aramaki, M. Matsukata, E.
Kikuchi, 7op. in Catal., 53 (2010) 621-628.

3) Y. Sekine, T. Chihara, R. Watanabe, Y. Sakamoto, M. Matsukata, E. Kikuchi, Catal
Lett., 140 (2010) 184-188.

BF AR DA % SN D N3

SPring-8 T EXAFS/XANES JIEREF LY, K/Pd molar ratio 7% 2 {28 W CTHANL D i /&
{IpoloZlinb, K X Pd B84 /NS T HEFN - TNDZES ATREED — DL THEIT B
Do TDIZ, A #1% CO 7 VAR STEM Z AN T, PARI T, SISOV CREM7R R 21T
STUVKMER DD, IHIZET VA4 BRI OTE RS RV ETOT A ERIZE
VT alkali/Pd molar ratio 25 2 IZEB W CETEM 2R T EIXRORNZ L300, SRS T4
PEENBEBRLTCWAEEDLND, Li TR AT BRI NESNZ NS, RIZT VB4 N
a—Fe,0, DIEEZEMEICH 5L TWDHEE X D7051E, Li D@2 R fid K O i/ E L
DHELIeBEEZBND, ZDT®, Li 1TEOIZHFFEZ LA DUV TRFTIEIT - T
VER DD, ZOIORTFIEIZLY, 61T Pd EHEEJEO Lo @i MR A Al H 2221240,
PERDAMENZH > TRV D M REARBE L 70 D FTREME D3 0D, AKMET AT 7 MNE, AWFFETx4:
IZL WS T RO Ao T REHE A OKF G2 ST EO K&l chiH V25, IF
Mo %e E M TN 22722 A D B R 13RO TR ETHDHEW R, KER I M RN T&
Do
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4.3 NAF T ALERMBEDOBR%E (& ILKZF: 7 N—T)

(DAIFFE S0 N A B OVl R

1. AF L HADEERL TR LA 857 0 DAL

DM RE A R Ol 2 — R L L THEA NS EEDZ L8, AR [ R B L O
D 3 B SR D [EIRFIZ AT RE TR0, W72 it S S 22 2 Al HE C& D, AR Tld=7 -2 =1
TGS 2 FFO N 7 RN RO RSS2 5T 5, 27 Th AL S = VI WD IR,
K2 QO R)GESEHEIIT in situ PBEEEER 52, FTUWAES IS AL T 7L —a VAT A
DRI, BEOT TNV HOI7{b LT BUG BT v B A28 3K T 5, TR DA O A= plbe
W CREECHD KImFE7 AT A MEORIEZRE T, BEFHRLE G 7o/ NS floRr 72w BioE
FIANER RS, BATANEE S BB Ol K % 3% 545, 27 Ofiifiils -
NDRATAMBEERREIZ B O SO & OVin situ 7y BEFSRE S 5- 2, FT LSS A>T 7L —ay
AT LDAIRL, BEO AN IT b LT S5 BET vt 228k 5, il Ry -
HDOVNTERY 1 OO EAERZRFIL, SREEATAMEL OA R —T A il <1
N AMEEL, VSR h 7O EZB LG, HE S EIL0 0, HEOLFERIG%
—FESER CED RIS AT LE B KT D,

TA4vvr— b TV 2 ED ARG, A~ A2 FUEL LT DA R A, WIREEHZ
BT DEIGTHD, ZOWRMBREHIA 7 2 AR, BV L TEICE, AT AN
O E RER A VS T 0BRSS, 20T AT MAR KL LT, GRETOI N LL
FT Ao bIT o0, VAT A e VN CKRE R TN E AL AW AE AR
L1280, EiE A O RN XN Th o7, LnL, A w U MBI TR B2 F DO E Y
FTAMNCEBRERT 5L, KFE TN RELRY, miEMEe VI BGER FT A R siHs 575l
FREL E 2 BV, @, il E M, FAR T OTEME S B OB RN NS E ST HIEE, &
IEHERHIFF X5, LU, BB EZIRICE oS DL, FRo@EuERIETIE, KEET
DREERE AL A M E LR T D72, fREEIEIMENE WS IR H D, NIV A w2 Tk
T, IRICEEEME S BRL A2 A 02N 7 TEDTD, &R OKFEE TORED:
UV A R CE D, FT A RiilA2 a7, AT ey =/ VIS A7 RVl FT AR
JETCIE, a7 CHEERILKEDER LY =V CURE SN2, —BE TV 2 HET
XDLD, EREMIITA L 7o b EEND, AL T LIRS TICEASL, a—% 0 DJFIK LR DT
O, TOIMFINLEND, 7 BN Pd ZEBEA XV T3 5HE, KGR TENKRTHA L
T4 Pd TRELSH, ERAIIHISNDEE 2B,

ARFTETITA R Z) TV — BT YU 3 iliE©& 5 FT AR OY, FT A5k
it 2 TN Z AT A Ny VRO B 7R VIS Pd AWEIEL7Z FT & A2 B S 5,
A RTT BT, SIO, (2330 5-16wihE e SRR L 72, B 7 R L il 3ok 2
ARRIEICEY, FT fillit Bl HZSM-5 O#iEE A ks, HRILTZ, 230207 LA il sl
IRV IV ARy B 73 E A2 VN, 673K TRER LS ¥ 72 4 T 1 h(H-ZSM-5,
Si0,/Al,04=83.1)H LT A 7| AMIEIZ Co R0 Pd A/ # U 7 LT, it Z2FH% L 7=, Co XL
O Pd OFFFEIA S ZV T R CHEEL, =X — R0 X BT i@ 2L E =L
1o A2 7 U= Co fililii 60 MPa, 30 min THEMERM L7-1%, 20-40 mesh [ZHERIL I
VS, D7 BRI Z DO FEET N2, AT T 4 ARG, [ E A B AR RO S
W, il 0.5 g ZROGAICAIL, KFEEVEEE, H,/CO=2 DA A A% LU IGZ B AEL
770 BUSSAEE, 533 K, 1.0 MPa, W/F=10 g+h/mol T{T-7=,
fE R E
Ay B T bl N2 @ A RS AE R, R LIRS, HiRD720, [Fl&ED Co 251
IBECORERYL R, AoV, 27V NEEFEN 5.5, T.1%0OME T, 2k CO (L
H (1 83.3, 81.6% THo7=2, BIZIEDOHEETIE, CO xfb=RIL 69.9, 70.6%L 10%FLERLS, A/
VBV T IERRED 7 N NEMEE RO Z N 0o 7o, IR KSR () ) DR A% TR
RB120, R RALKFEEESIRICKFB DA, C\/C, BT A, 2L MEFFEN
T 1D T2 S ZY U ZYETIE 1.87, GIR1ET 0.78 LA XV T IED S B IEDNITENZE
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D, Ay ZY 7RI U BGE S SV TH L LD 0T,

BTN Pd B A SR F 1 2SR A T BT A S s 5

7 UTfib D FT & BSOS HE R a2 Co fHFFEE 0O @izfp  IERFE(%)
T, DR, T FT 4 B T R — T CudC
R A & T 7 Al B D Al SRt TR ——
F. CO EEVERIT FT & pfibiis 7 AN 2.2 43.2 18.5 0 1.8
TR LI, BIZ Pd A3 HY 22 zgz 122 (1) 1:
Y7 aRLIRTY, FEHITES 90%LL 7'1 81'6 16'7 . 1'9
ETHot, C2 Pl lEoFLr Tk i : ' S '
FLEHB ALK, Co/C, BT i meoms o
LZA, A BY LTI 0.59 D 5'5 69'9 17'3 00 L
0.30 ~EREUL FLIZZED D, & ' ' ' ' '
7.1 70.6 16.7 1.1 0.8

V74 DERRDBIHI SN2 EN

S3HD, TAUTERR LA L7 gy, CA L EO BRI S SRR

Pd FCAKESNTDEEZD 533 K; 10 atm; W/F=10 g *+ h/mol; Ho/CO=2

5. ¥77, C/C,1Z Pd DAY ZY 711, 0.60 735 0.64 ~EHIANLT-, 2L Pd b A5
ANDEE FEA~IKBINAE N A — 33—, BATA O 3583, KBRS, B
JAMEHES I, AT T 4 DERMMEESNT- 2D EE 2 BT, AV AL T4 DB AV
INTT A DEEINFER DO — D ThHHEE ZBIND, ZIVHLDFERNG, Ay B 7 i, 77)
VERLET HEVEEE RO ZENH LN T,

#2 Pd Ao HVT LD FT G RSO

CO #xfk ZIRE (%)

ﬁﬂﬁi $ . Cole/cr;‘< Ciso/cn**
. olefin  isoparaffin
/%

FT & flfitigt
CofSiO, 94.9 124 06 0.16 0
S L it
HSML B Co/SiO, 91.4 271 16.5 059  0.60
Y AN

/NS B 92.6 162 19.9 030  0.64

Pd-HZSM-5-Co/SiO,

%: C2LL DAL 7 4 LIEEHIRALAKFE L sk CALL F D43 E R LK 35 S B 8H IR

{b/KkE I

533 K; 10 atm; W/F=10 g+h/mol; H,/CO=2

NAF U H AR DONT, BT
B VB D = 7 il e AR A X
O SR ENHD, a7 Th
% Co, Ru fil O F TR E 1% 513 K
Hit: CHDHDIZKIL T, AT T4
A2 1 B AT A MRS 0D Fi i T 1
573 K i T b, ZhREL T, 533K
IV CHRISRE A EL TR L
M. FTAE o TRENE T8, AX
OB (>20%) DSRET SR
STz, ZOIARS YT EMRHET D201,
PR T A R LT, B iR

JENN 573 K Hiif% TH5D Fe fillitao

o 1R 1A e i O oleffin
O n-paraffin
;) H H E H A = =2 >0 = =
,0 HAY 45 4 SR | Bisoparalfin
O oleffin
O n-paraffin

Selectivity (%)

=1

15

‘ ﬂ ﬁ ﬂ ! ! !

0 H
1 2 3 4 5 6 7T 8

9

Carbon No.

10 11 12 13 14

1§07 VTUE TR L2 A4 5 5y A (FRE 3R 99%)
573 K, 10 bar, W/F=10 g.h/mol, H,/CO=1, W(core base)=0.5 g
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TEFHE AL DL KIS L (5%-15%) . FfkRALKFEOILRI B Z /-, BB AT
A NERAMBED FIFEFETE, AV 3F 7 4 DR AL (K1) ,

INAF L T ADEERRL ARIBAY ) — VB %

REE T A% &t e B M A% —FE L THHURIE ALY ) — /L ~DEEHAIZ DWW T (K2) | [E Al
(Cu/MgO) ) —FafiiE CHHXER AV 22 AL T, (KIBAY ) — VB REITV, VY —h 53
WZOW T, BERAREE(Cu/MgO), BRIV T AZ 2 VA I TliE, COfRfb3RE " ER1lk
IRFBHAM LR E B DR TR R FERLRIL, 16%FEE TR~ 72, BERAE(Cu/MgO) LR AU 2
EOFALIZEZA, VU RN REL, BIRBEACRITIKE T, 90%E THIMUT, A/
— VT N f KR L 2R (14%) KD @ AN,

2KOH

MCOOK  2CHOH  2CHOH %ﬁﬁﬁfﬂ)"}’/—)bé\ﬁz \
i - i EAfRE LTRSS — M) DL O—DE
—

& (R b (SR R %), 29 / HCOOK, 2g

2C0
Pra—

Standard reaction conditions

2KOH 2HCOOC2Hs  4H2

0 an Reactant gas: CO / H,/ CO,/Ar=31.3/63.7/2.0/3.0

Catalyst: Cu/MgO, 2g / HCOOK, 29
HCOOK to KOH KOH returns to HCOOK Solvent: ethanol 40 ml

Temp.: 423K

. e Pressure: 3.0 MPa
Starting from CO and H,, yielding MeOH WIF: 75 g.himol

Semi-batch flow reactor

HCOOK 2 FHRRIRAY ) — LA R o B 36
(HLfge E s 24 BRI JSTE R L AX ) — VIR 90%)

KL T RS A 7 e 2 VNS AT )L 2 —F ) W(DME, CH;OCH) D —Bt &
DME 1Z(1,2) DRI E AT AD, AS ) — VA% Syngas
THMSND, (CO/H,/CO,)
CO+2H, — CH,;0H (1)
2 CH,OH — CH,OCH,+H,0 (2)

WMEIL LPG IZE LT D2 EnD, LPG R ELE CriZno core
LTHIfF S THRY, BUE DME AT ADBLHELI  catalyst
DAL ) — VORI Z DMK S THESILTUNA,
DT, aATNIAY ) — VA kit s, o= W [ER
BRI (C AT AN ZEF S h 7RV, Bk A% _
RISSEBE, BRA AT T Ofitgtc A% )—n e Zeolite shell §ig
KL, ¥V DBATANCTRKKGEZ T HIETE N
D, DME 24T 5E5 2 b5, 17Vl X DME
DGR A5, DME G D BUGAF — L& K 31T, <_ ~ synthesis
CO, ZEG oA A AT A TAMNEZBBL, 27 D DME
Cr/ZnO ¢, 2% ) — NG RkE1TH(1R), CO, 1T AH ) .
VA RAEAEET BT, AR AN, A X3 P7EMMIETO DME Gt
LT AZ ) — X B A T A MEZ @i T 288, BKSGES1 (2 RODME 24575, BT AN
DAZ ) — G BT A LRI RO B LW RS TH DD | AR LTEAZ ) — VB Z DT
DME [(Z#sffaswiuE, Pl 7 M RIZ K > THE A AD I KiEAL =R D) _E72 & O F5h Fn
HFFCcx5,

EH2 DME & Btz VAT 7 DA% ) — LA R A2 1T, Cr/ZnO % 3LpbiEic CRRSIL 7=,
ZOaT XA T A MEHZSM-5) DO IEF IR Th -T2 7280, FTHEMNES Th
ST —h— 1Ao7 Rl 2K EVE R TR, KBV BRI T HZSM-5 IRAAED, H 7
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YL A RELL 7o, AR O SEM BB A X425~ 7, Cr/Zn0O Za 72y V/r—h— 1 E%
T 7= i (Cr/ZnO-S)I%, KM 5 u m OEFEORE MBITH DI TNDIED 3T,

X4  filiiEmo SEM B &
Cr/ZnO-S: Cr/ZnO FK#EIZ V7 —M KK, Cr/Zn0-S-Z: Cr/ZnO-S |Z HZSM-5 [

ZD Cr/ZnO-S |Z&BZ HZSM-5 EAFHRIL /2L 24, Cr/ZnO-S Z5ER2ITHOELS 2 1 m OFSHA
TRERRAE B E R L T e, B0 Z2 A f 2 TR E 95728
Cr/ZnO-S-Z @ XRD ZHIFELT-LZ A, MFI BB AT A MR 120
HOE—IRNENT-T20, ZNHOfE T MPL B ofgid 2 FF
DZENSINoTo, R LTZ B AT A MED IR &AL A~
5120, 7RO W O SEM G E.E EDX SR HT s B
AT TR R AE KB, AW i O SMU T, SRR
DEALL TNDIENG, SEFHM LU= 72 il DBAZ
AT 9.4 um DOIEE THHZENS DT, LIL, 2 Bk
B CIEIR LA AT S 72 icb b BT, BA T AN TIZI, o
Al DIFFHE—ITHFTELTRY, BEZLHEVRDHNT,
— TR DR Th -7, ZhUZ, 2 BeFEH o HZSM—5 Al
TAHBEDOKEERKIZT, 1 B HIZEK LU —MEE HZSM—5
I @A L, ¥ —72 HZSM-5 /e o feb &E 2 b,
ZOAT e VA VT, DME G R% 573, 598, 623 K TfTo72 |
FERAERSITRT, D=0, JtD Cr/ZnO fillfit: Cr/ZnO &
HZSM-5 Z#)BHRA LTl (Cr/ZnO-Z-M)DfE Bt /md, &2Th
FOGTC, MIRFBHA LR ITH T R<Ae 22%LL T CTh o7z, a7 fillt F - :
? Cr/Zn0 TIX 598 K LA FTAX /—/VEIRENEL 80%LL ETH [y fib LT IO SEM FELL
o728, 623 K TIIRALKFBOZEIRE N EHL, A%/ — L REE EDX #4047
I R L7z, A7 BV (Cr/Zn0O-S-2) Tld, IR F LRI
TRt Cr/Zn0O LIFIEEEETH 7203, BIET S DME ORI X E< 45% 8L ETho72,

o
S
I

Intensity
2

w
=
I
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£33 =T MEIR S M. VT o B O RS M RE

Catalyst Reaction Conversion (%) Selectivity (%)
temp. (K]
0 CO} Total CH: L—2H4 L—sz, C'|H5 C;Hs MeOH DME Can: Others
573 543 338 515 242 1.60 0.00 0.00 854 Er44 0.00 0.00 0.00
CrfZn0 593 7.26 0.48 633 779 1.06 0.00 0.56 B91 BL.4 064 0.00 0.00
623 768 -543 589 1422 457 0.00 1.72 1247 6374 340 0.00 [IAL]
573 9.30 -9.42 674 441 4201 0.00 962 11.15 16.06 11.12 0.00 5.63
CrfZn0-Z-Mv 508 515 -64.96 1293 306 FENT) 0.00 642 474 1275 081 17.40 3015
623 4516 -12221 2229 765 734 0.00 269 458 12.12 047 2734 37.81
573 1 6.97 291 778 807 0.00 230 072 3562 45.42 0.00 0.00
CrfZn0-5-2° 5938 6.03 0.04 521 483 7.26 0.00 7.10 0.83 3420 4574 0.00 0.00
623 953 -1470 622 131 T8 0.00 676 1.09 1.3 50.84 0.00 0.00

3 Reaction conditions: Weggn/Faymge= 13.6ghmol-!, 5.0MPa, 5 h; Syngas composition: Ar 3.02%, CO 32.6%, 00, 5.16%, H, 509.22%.
b *7" stands for the H-ZSM-5 zeolite (Si/Al= 50}, and the “M" means the physical mixing of Cr/Zn0 with H-ZSM-5 zeolite.
£ *5" means that the Silicalite-1 zeolite intermediate layer and “Z" the H-Z5M-5 shell,

623 K Ti&, 50%D DME BRFTHY, FRINFE T DME 25 CTEHIEN 50T, kD7
DWW EIRA LTl Cik, BIRFBIEALRIL 6.7~22%8, 5 EITTo7 G Theb RV e R
FEALRE G2 T2, AZ ) —/VBEPERIT 16%LL T, DME @IS 11%2L T EFERITIRS, 598 K
PLEOER T 1%L FEIFEALE DME 134T T, =FLoo7 ¥ ED 2D mIbkFEEA
LTz, 07 R G ALK FBITAE R L7228, OB RIIIET 1K o T2, 7 L filit
X ER A AL T R AR AR A FF O, AEAS IE 72 3 70D, ZOZEM D, HiVy DME 38
RBLEORALK T BICRIID 7w UEE ICE R T2 0L E BN, T752b0, I 7 L fil
WCHIfFSN Tz a7 Ofit Ly = L OB AT A MR D 1] 4 0 b RO DMEHE S AL D 1 ZRARISE S
MZEDHLDEE 2 BV,

EH2 DME SR 7 2 Cr, a7 il = U IR S D SR 235 & RS
HZENHBM o7, Thebh, BT VBRI E IR 35 AR RE O 1 28230 R B LOVUE
DIy BEN R DT80, 17 VR I RE AR BE L Z 7 MBI T R BT P2 R T 2 E ML E o
77

(e R D 4 RS D 5

AIMPEEE R O IRFEEE LA JFEIO B TR NS A — LT 7 72—k b F0
TERUVWASAA T AT RILF — (TN T, RO @ WA T o 2 (3D IFF S Td,
AW FED/SAF 2 2 TT AT BB AN T, BB AR R E — BT 207 =Lt | 24
TV HIBR D L\ AS ) — V& il DMEG O KEEGREA LR D 272 & | i h =R o fil it
HRf 7 A% B R L CE Tz, SBMBEOFEMEIEIX T2, BT R —ThHDH A
VARG TEDIAL NI NTHY, A ANTHEETED BTL & Z1EY, FIE%E BT U 3R
FTRBAL TWEZU,

4. 4 BAFRMRIEED T3AfHRNE L ARGl (R —R 73—l =571 —7)
(DBIFZESEHE N AR B OVl

R =R I — i CI3A- 7 — 7 CTRIFE LTl oo T3V TT IOV TOHL ERF R OVFERED
AR £ LT, BB A —T TR LI A A~ 20— L ORI RUE SOS I mEREZ R
FTANARBZ N ANEFIEEARE TS Ni-Fe A4 llix, Z O aE X i) 7 v ey
—NT T WRG I FTETHD, 5%y MR ET T T 7 MU TORBRDBH 555 TH
f BEFR B C OB T ZL 2N EE XD, BRI NV —TF TR LI AMET AT 7 N A
Pt/Pd/LaCoO, & fili LB 8k 7 m MERE MO T3k AL )73, LaCoO, 1% LM T 45
LA IO O ORRENH D ED DT DY, W2 LaCoOy ~D Pd & Pt OTRINEFRED D70
W, BB E I ERE AR I I HL_E MR O BRY TIX A — V7 7 OB ORI T D e E 2 T2, 7
T N—T"THFE LT 72 VAR 3 32 S B TR 2356 = L MBS U B il o S
WA TANERET T BT — L —T 2 H L TR OB DB NECTHD, TEBRT
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RIFAREZ ELIZ56 . M AR THIEND, 22 C RaANCRIE TEH FIEEL T VUL
HEF VD E~DBATA MY RKDOIRIE 2 Fhi LT-, OB ERBIZ 77 M Co P $l
HEEIZ <RV D TIIRWINES 2 T2, FT-., O IRE RO RIERNZ S AR L TV,

ZDOF —LDET N—T"THRFELIAMED T NG Z2MEt L7228k, 5% A3~ AD[H
BEIRA. D43 B Jo OV D BEE 43 BF ) F & F o 7o RO il i BUKE N S 72 5B TH AL T Miat s &
DR TpoTob W2 D, FTo, 2O B TORE & 7@ MERE 72 il R DR BN TE DI o7zt
EZTW5,

LR DA H RS DR

AT TR LI2 > CND A AD AL 7 B A O L, KIRTAHD GTL, A
RSO CTL, BREHE A K B RS HAN 2 212 IS AN IfF SN, ERAMMBLEVOERT, =
NHDOBHF A3 IZREE T2 LI R CHLN, HMmOATr— /L7 v 7 I T D a 2%
T IO KRERT B2 L TCAX =T DA REMDL HHT2 50, IR ARO RS 7 24
K% XY feasible 72Hb, D95 ECHETHHES ZTWD,

4.5 BRZEARIED T MM EIE L AN B A gk v =7V 7 ERITN—)
(DAL FEhE N ZS B OVl R

KT ADFEEACEIBIE L, S AF~ R BV gL | FRIEIRBEENEII S AT I H
R B =V T v — DB A7 v RSN BSOS DT AD I ) —=0 T ST A
HADIKMETT AL TR s, FT & OGRS L CED | BV MR FRiE . RRIEVEZ B EL
THINRIRA T D720 DV AT MERORFE FEE LTz, SCHkT —#, BT —2abllc, &
NENDOT BB RZBIT W EN L E BT DS TT VEER LU, F-, ZOfSET V&L
LT AD FIELIZ OV TR A E i L 7=,

1 27 e AT7a—%R T, KA TR B R OANE R SA A~ A2 L | S B
I TR AT D, BN RS I VTR BREAR CIAEL . A MR OB E L CRIR LT 1%
12, EBHIZT B EAEREL TR EO T ot AO BRI A NIRRT 5, B iR Ic R LT
— b, T =T A7a THARK O —/v | FX—IToBESI D, AR O — VIS S s
(ZEA G, iz T b, IR FAES D, TADS S BES =T — 13l z =T
USRS THAMEES D, IO H AL 7 MNSERT Hyy CO D%y =R E FHHE % | AN
TR DB B AR E LD LI et 2 A SN, A7 v 2 TIRIRERREHE
LT, FT AR A2 ) — VAR ERETLIZ,

\ SAATRBEILTOERTO— ‘

[ra TOERER

W 100 (t/day) 417 (/h) FBELAAS

\ /
e B

o ML
m [El#& I0#A(550°C ~ 650°C)

®

-
—— [®
Fwn]o
HEERE 4—5

1 akArya—
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K GET V% TR F—IL

TRLE—HEOEL SRR OREFA ] 2 12T, AEI

120 J5EZ 100 ton/ A ELT=HE 1255
100 NHE T RZBITHT AR/ F —
e w | o AR L THY | R 2 720
NN crean | | DT RRARBR O e O %
v oL N R BEERT, itE RS 8T aE
5L L e ADRNFRITA ST D KA Z
ompeag | | Do LTCe SN L AZEIT HF

’ R ROM ¥EH P P £ 3 %ﬁﬁa:i@\ﬁﬂ%)%?tif 25%$§5}§
Sotx DIT A 15%FREEE DFRIE . 30%FE D

Fr—. 30%FEE DX — L NELNTZ,

2 TRILF—IK T, Ty —H— Lz I

HAL ., 7 M7 a' ATk

SRS AR ) — VAR AT HIET, KRN 60BFEE LB W R — R EGHZ LN TE
77

(OFFFER R DA B IFFSN DR
AAFGETIfk i FA\ N2 S~ AD = R LT — B RIS W TR H sk 72, AR D
WAIZEY, A~ 2O CORNENED LA, ML U CRIA S ATREE 72D, ABFSE
NFERECT D LTV~ R LA MR AN fba Rk k2 kD CO, P&
DY RSN D, A4~ AL EL AT DT FR DI T AR DT |
KRR 77 ST ITEEL W, REFFETRETLIZ, 100 ton/D FREDHHMLT T @)
FALIS A A~ ZAD G R ONRHEI A B E 725, H/ NGl Al BEZe il i A Tz i R
TR F— AT T ZD LA A A~ ZDOFTE IS E B T DLW TE D,

2 ARFZERL RN TS A A~ TR ARSI O i EA S hH i F T& 5720 . N
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