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1. HEDRLL

AUBRRICIE, EETEREMLZTOER, REMICIRILF—SFELATNTOERIAROHS
Nd, INFETHAERBETOERELT, BRILENFE, TS5XYHA, v1U0KFIA, it
MRSGEENMEREIN TS, TOFTAMETIEBRATIERIRILF—DKIBIZERE SN
TWAIESEN ANk /2 it (catalytic reaction in an electric field; CREF) JIZ;FBLTULS, A2
DEIEHYT) T (OCM) IZEBITFLU DFREEIFERRBEHEFLIOICHELIZRIETH
%, CREFRTODOCM [ La B R AIEZTERA Y 5T, I50°CEEDENBREZHTIFL
VERLONBEDHRELNH D, AFITIHEBZIETH S LaOs 12 Sr #F—TLTUKEBRIGEEAH
FLFERBEFUVTKSILT, RIGERFTOREMNEISLKAY, CREF 2TH OCM FE
MNALTEHIENHESN TS, COMERRZHFZSHE, CREF RITERATEHAMEHM
(FHEEKIZROEN TS, — A, ERREREHMELTIEIIFLOOA#E5T, TAELVELEET
HB. TFLUMLTOELUEBERIE(ETP RIS FEASAMEDTL U A TYREE R %EE
MRELT 400°CLLETHITLID, 2Dz, OCM REERTELIZIFLUEZDHETI/A
ELUADERHRT 5METOREISEOHEFTEICKHIGT HOICLEELRTOERTH D,
FELEASAMNIBBMLGREATH ST, CREF RICERATLHDILHLL,

ZITAMETIE, COBRFRBMELLTEASAMERY LIF, TiO, F/HFLDEEIEIC
&Y, OFEXR-EBRAFRACTOEMBRREOERBLUHAZIDOEEILEREL, Q€A
SADOEARBEMIEREICEDIFLUNSTAELUOADERIRAREZHAEHESIET, A4
VERBETDEIUNRATOIERGEER(TOELY) AR OMERIGRDEEEFRLLVELT,
NN RIGERITDHICIE, HEBFADEATAMEFEERD TiO HiF L&D core-shell B it D
BENRLLD, COHRICIE SHEESIVIRERTIEMICERIATLSHRETOL
AEBED—DOTHABAMA T EE S 1LEE (powder composer) 1ZEFRAL, 73H/LLE
DHTIEZERLFAALY, core-shell EEN LB ELAERFERRT S,
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2. HIEARE
(1 BE

EISHNMARIE RIS (CREF) R T OCM A#EZY, i< ETP RIGHEITLSSHEEL T,
TiO2/ZSM-5 €A S/ MESLAEERET-BEL, Ao LTOELU N BONSILEEIIL
1=

TiO, B3 Tld CREF T OCM [ FES=ETHET, LI M EERMIE CO & CO, THD.
LML ZSM-5 EASAEERIETHIETHHT OCM FHEFHKIERL, T2 -ITFLUMNER
L1z 22T ZSM-5 EA 54 ME, ETP RISICRLEN-EARBEAED 1 DTHA-HIZEKR
[SERALTz. ZSM-5 I ZFDBIEIZAIZET DT, BEMHKEE, [ESi-OH)-AENTLURATY
FEERELTHET 5, — A, R—DERBEZL DN Al Z2{(EFLL silicalite-1 TIE, ETP
RIGHHEITLIEL, TH45, OCM TELE=IFLU%F ZSM-5 DT LU R TyREE R ETc70E
LUANEERT BT EMNTRETH S,

TiO2/ZSM-5 €A A MESLtiEZE AL V- CREF 2TM OCM TlE, A2 DER{EEDIEM
CELICHERDEED EENEDONT -, CORELFIIERHRIETHSD OCM DEITIZHE
2HLMDTHY, 150°CH5 400°CETREMN LEF LT-, 400°Cld ZSM-5 TETP &I (2D RIE &
WERIGTHD) EETIERIDICTHRLERETHY, COEESLAMET OCM & ETP &
RHIZHETLOIDHTEEERELT=,

OCM RIGIZER T 5&, TiO, B TIXITEAEZFDEMERIELA, TiIO/ZSM-5 EE1E
i TlE OCM SEMETRY . 1= TiOsilicalite-1 HEIK, TIO/TEILITFAVHEESERTE
FEI#RD OCM jEHETRT EXHEMNDH TS, LD ZEML TIO &) AN R EEFETOCM
NETTDEDEHAIIND BE O, IEHRF T TIEAIU DB ECEHIEShAEWNI L RED
HTULVD, ZIT 00/80 RGCIARZIRERERE 1T o122 A, BIBENMEH T TlE TiO/ZSM-5 H1
D TiO, DIEFEER (1°0) & BO, HREDE TR RIS HFEIY, 0180 NEKT HIEFRE
kD=, TIO, REEHBHITHBFNEASACEOFRIEAET O, ZFMIEL, 2 THELIEE
HEERIENAAIUMD HEFIEIRE, AFILSDAILESILDOAY TV T HBEITLTTAVNEL
BRIGINRAZEIRET HIZEST-,




(2) &4

HART—< AITIO/FASAMEEIL R FDRE |

FY, EATAEEEILTEO DI EGDF ERMFDEEZIT o, CNIXEZENMALLE
K& (CREF) 2TM OCM EMERERFITULEEMLIz. I EL T ZrO,, TiO2, CeOz, WOs3,
SO (FHIIEBSIZERDIELIE) Z:EFE LTz, OCM EHABDIERER 112", CCTIE
AU DERIEENREENTIOL FESRIEEL -, BE ZIO, TIEESGERNET D510, 8
mA DERZBELEBICEREBRENEIYRITTz. — A, TiO, BLUZDMDEILMTIEER
ELE-ERME- BEETRIGEERTE,
£ 1 ZBIEYTO CREF ZTO OCM jEMHRER

Weight Input Conversion Selectivi
Catalyst of catglyst cur?ent Voltage  Temp.* (%) (C-%) v

(mg) (mA) (kV) (°C) CHas Oz CO CO2 CoHs CzHsa CoH2
ZrO2 100 8.0 0.7 501 40.0 96.6 32.3 58.2 2.7 6.0 0.8
TiO2 100 8.0 0.4 307 17 26 860 8.8 4.3 09 <0.1
CeO: 100 7.2 0.3 284 6.8 70 9.2 874 15 15 0.5
WOs 150 8.0 0.3 275 40 43 622 4.4 4.9 6.9 216
SnO2 100 8.0 0.4 313 24 6.6 33 889 5.3 26 <0.1

Furnace temperature, 150 °C; CH4:02:Ar = 25:15:60 cm?® (SATP) min.
*Catalyst bed temperature measured using a thermocouple.

RIZ, BBADEASAEFEBRD TiO, HIF LD core-shell BfimsE D R FixFRET LT,
TASAMZIE, EFREEfRIEEL T ethylene-to-propylene (ETP) RIGDEMEMNIEEIZH LY
ZSM-5 EA S RERE LT, TIO2 F/HFIEHER&G (2 J < -TILRYyF, #iff 50~100 nm)
Rz, Core-shell BERXRZEZFZI-HIC, TEXBMAFLEESILEE (powder
composer) 1ZfALVSZEELT-, COEEIX, EHRELIIVIREMTIEMIZERASIATY
SMATOCREBD—DOTHD. TOHIEL, BEADTL—FHAHT pm THRIZEERT
B, TU—REETOMEE (1 mm) ICAYRALZKBRFENFATL—RHoDEAMD
[CEOTRHFORAI/DHRFNMEESLTVNE, a—TAUIHRBELIZEDTHS,

Powder composer Z AT L= TiO/ZSM-5 S D i SEM/EDS 8%E 1 I25RT,
CORFIE TiO2 & ZSM-5 DEELEA 1:1 DFHMTHSH. —REFH(SEN) TIE, IV SR
DRV DR FORDLEIZHY, VLS ALDFNE S LR FDONBIEBE > TLSHEFHN
RoNnbd,ZSM-5 EASAMITILZE/ DU —RTHADT, AV ARDREWNERZIZIE Si, O
VSRR DENERRZIE Ti AFEELTOBDIEATREINTINS, COREFD EDS wvELY
@Eﬁtt'\ét #.L?GDEF"L,\L Si A, HIFDNBIZTIi AMRELTLSIEA R TE T,

1. TiIO2/ZSM-5(1:1) D ZREFEL EDS TvEL T (Ti 8KU Si).
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COEHARTTIO EXFEREMIZHESLTLNV21=E25, Ti02:ZSM-5 = 0.4:1.0(EEH) T
(X TiO, TEHMNT= ZSM-5 R FEB/BDHEMTEM, Ti02:ZSM-5=0.2.1.0(F=ELt) 45 L,
ZSM-5 IFDREMNBLHLTLSEMMNHY, 974545 TiOo, TELINTLVENLWI EA -
f=o TIO2 T /HFDE/ LAY —T ZSM-5 R FEBI-ODLEEIL, TiO2/ZSM-5=0.1 F2E
THd1=6, 2D powder composer ZRAWZFAR TIEE/ LAV —TOHEBLLSFEE I
#LL TIO F/HFDIILFLANY—TDHBEELLS,

SRR T= TIO/ZSM-5 D X #REIF TIX, TiO2, ZSM-5 WFh THEEREABLEHON TV,
ot FEERZRGEBESFRBOATEETL, ZSM-5 €4S/ MDO#ERIEEICHET H3I507
BHEFFRBL0.15 cm® (g-zeolite) 1 &75Y, ZSM-5 ZDLD DIV ABHEEIFEAEE DY
DENCE, FHERSFHNEVIRTONDEMR T, BICZH, BELTLASILABHLME
Hot=,

FABLL 1= TiIO/ZSM-5 ZBFENINE 372, 400°CTH ETP RIGEEMELT=. ZSM-5 DH TH
RIGHER (TFLUERIEER 80%) EtERBE, TFLUDEREEIT 40%E00LEH2EL0D, EE
L TE ETP RISH+2ETL, TREL VT 15%DIRETEONT=, THhb, AL
BEETH ZSM-5 EA SO BEREEMHE (FiEhhh TOEWIEA b o1,

HET—< BITIO/EASA MES LY I KB BIFENMAME R IE R TH OCM Kb |

TiO2 & ZSM-5 # 1:1 DEELLTHRBLT- TiO/ZSM-5 EEHILHIFEHALNT CREF RTD
OCM #EMELIz, COMFTIMENRIST ICRELLEBEMMT HIENTE I, — A,
TiO2/ZSM-5 = 0.2 £ TIO; #iE b LIzEA M TIX MBI EHRMICEY, REL-BEEHATE
Hhot=, 5, ZSM-5% TiO, F /R FDIILFLANY—CTEBIZENRRIZIIHATHS
ZENENOONTZ, T2 ICKRISHERETRT , BiR{E8 mA T, AFUERIEE 18.4%L73Y, FEIR
L CO = 64.2%, CO, = 3.4 NETMABRILBIUVRLBRIEDERMEIFITE, T4 =
8.5%, IFLY = 15.7%, 7tFL > = 6.5%IZMAT, FOELY = 1.7%DEFBNEETE
= WEBETETOELY 0.32%EH TN TIEHZEDOD, TOELYDEREZHEZRTE-C
LITEFHMTHDSEE A D, H4H CREF RTIFELHNERMEDAIZ&KY RIGFRTIE, 450°C Tl
AR DERALE 0.1%&(FEAE RIGITHETET, £FEMIEL CO(90.3%), CO2(9.7%) TH>71=,
F1-900°CETEEZ LITAEAUDERLER 16.9%F TR LT ZEDD, &K ELTCO, CO,
DNEERYTHT-. COTENLIDEELAIEILCREF R TOCMEZHEITIE HHERETRIT
THIEMNHALMEL ST,
2 TiO2/ZSM-5(1:1) TOEIZENMD A F D LLE

Reaction Preset  Input emp.* Conversion Selectivity Yield

. emp. current (%) (C-%) (C-%)
conditions

(°C) (mA) (°C) CHs CO CO2 CzHs CoHsa CoH2 CsHe CsHs

Without EF 450 - 463 0.1 90.3 9.7 0 0 0 0 0

600 - 612 0.2 930 7.0 0 0 0 0 0

750 - 758 2.4 91.0 7.7 11 0.2 0 0 0

900 - 901 16.9 84.9 11.0 1.5 2.5 0 0 0

With EF 150 6.0 417 11.3 584 27 136 15.1 7.8 2.5 0.28

150 8.0 432 18.4 642 34 85 157 6.5 1.7 0.32

Weight of catalyst, 100 mg; CH4:02:Ar = 25:15:60 cm?® (SATP) min.
*Catalyst bed temperature measured using a thermocouple.
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HRT—< CITiIO/EA A MEE LA T EHEERTEDIERET

TiO2/ZSM-5 EE&LfE FICEL TS EEZONDEEBREOMHERERNLHIZ, O,
CHsDBERIEIBICEDRIGEEEL =, 6 MADTEEBRERLIEE, XU Ox+Ar Z 7T E FEfE
#HiaL, TDRk, RECArOADOEMBICLIYEZ 2%, 30 LRI CHa+Ar OEFEIZYIYE X
Thi, 30 WBEFICEBRYEY LTIV LTRIGHERER Tz, TOHRE, 60 R TIEAZVER
LR 7.6 F5N, FDE 5.7%, 4.1%, 0.3%LETLTLKIEN LI DT=, THhE, Bl
ENANLTLARRY, FHEIESN-EERIEN TiO/ZSM-5 REICBFE-THEY, ThIZk>T CH,
MEMHIESNEEEZOND, 2121, O IR RICERZ OICLTHLBUEBEMNITTCHLE
HIBLISAIZIEF oA RIGHAEITLEN =2 NS, BISHMERG T LM EEREER
BEBOTHELILIZHFELTWSEEZLNS,

HELT TIO RETD O, DAL DIRFERARD=0IZ, B0, RLIAERAL-EBRETo

1= (B 2) , TIO2/ZSM-5 ZFL =R Tl&, 150°C CEEIZ 10, ZRBLTHE, RIZ B0, D
BICYIVEZ =, BEBZMMLTULVELMESICIE 190180 OARIFHERTELEMNof=, —H, C
CICEBIBFEMT 5L(6 mA), 90180 MNERL, BISFENML TSR IEHEGERIZER LTz,
BBEYHE 100180 (FAE L2 T=, HELT R0, DFLEICYIVEZ TBUBISEMMNT 5&,
P00 DEMM R TSz, Chb w0, w0, 100,
DI EML, BISHHMTIZBO,ETIO, EF on EF on EF on
DEFHD 10 EOTMMIEIDIL, ]
F1z 180, FLBERFICIE TIO, DEERZE
FLIZ 180 ELTHYRAENDETEEMEM
HHIL, NIz, CORRIE
BIZFENMET(Z 800°CTHIEES
MEL-RIZEF o1, TIO, RE T 1
DBEDERILOAN=ZLIE, B ] .
BEMTHEEMATER—THD . e
ATREMEAV RISz, Time on stream / min

Reaction conditions:
catalyst: 100 mg, temperature: 150 °C, input current: 6 mA, flow ratio: ('*Q; or 1¥Q,):Ar = 5:55 cm?¥/min.

MS signal / a.u.

2. TiO2/ZSM-5 THEIZENMEFD 1802/150, 3 #EHER.

3. SEOREM

AR TIE TiIO/ZSM-5 B ELIE TORTIAE TOEFICKIBEFDEEHILNEER
REIFESZEMNBALMNE T, SHOMEELT, EEREIELL - TIO2 12 Si ZR—EVY
FHEITELT, TIO M FREIZMIEHIA TiO & SIO EDREEMHL, BFICLIBMETE
ML A DBEEZED, FHERDELEED T,

4. HOFME
MEZEFENSHEEMIL, KETOCMEETPERTAAUNSTOEL VA5 5AME RIS
REFEIRTEHLETHY, KRR THELI: TiIO/ZSM-5 EASArDaAT7-> oL BE S bt
WA EISMNMNAERIGRISERTACETAIUNSTAEL U EBONEIEEEIILT-,
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COFERICEDFTOMRRDEREAESH FSEATHREBSICMAT, BLRERHZ
A 1% BEREMHZE 2 2BE), MIRMAIES 1 A TEDTE BLRERYEE
[CIEEENTHARELEISEELE-ARZTEDHTELLIILET, ZEBEOHAREILDER
MXEHT CENTE, HEWLGHRIFT TS, F-BLHEEMHZEED 1 BITFAF
IWIDALDRSBENVERRTOMREEDHTELL, 35 1 RAICEFH-GMEMHELTA
YR—ZRVATFERZTDREMGEFLTELIET, F20MEMMOFHRLEDS
NTWD, AREJITRRETRIFTHY, BHDEERY, KEKE (EDSEH SEMEB LV
ERREAARENEEE ZBAL, MEANOME-BRITETL, EHRLLHT AR
BRAEZTICETHMEMBOSABERBEZHALHNICT DIRFAEZEDH TS, F-MHFRHMLA
FFIZIEFELTVVEN D= AF S VAIILOREFITERLTEIMEF EZFRALTERDHEM
TILERELTERTAETRIBETDAFILZIDAILDIRSFENE D LFHIFANTLS,

HARRDOBEZRMR VLR - BEANDREMRIZONTIE, BRFORIZLSMERIG
REFEGDIFOMBERICRELT, BFEERTHMERICRERELRILEL TS E
FEROMERGCDHYAEEZDIHRTHY, HERMOERANDREMREE Y, F=
AR THONT=OCM LETP DRICHBHEIFHEREICIKIFEZNELDTHLHN, A%
FNF—RELTTREGULZERFEHELTERT 571012, #HEE (CO, H, BiE) TIEA
WADL—RELTIRIRTD OCM RISZEERIELIZCET, HEANDREHREBNEZ AT
%, FHMERRIZENT, ChETOTINLERIZEST, BANM RO TEELTL
PEBMEELIIVIRAH TIEMNICERSNTOSMATOLREEL BRI SHIET, #
Fra g R BUEDIRE - KFAELI=-CEd, BARDEERDNFF ALV ITMIERMLISHE
THb
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QR)ZTDMDER (FELGFRRK., RE ., EEY. TLRY)—RE)
(FELGFSER]
[BIGENMSEHT OCM FEHETRT TiO/ZSM-5 EEHE ETOD O, FEDEH ), 8 &, HF
Bk, EHFE, MRIEME, 5 124 BT ER=, 3J09; 2019 F 9 A 20 B, RIF
[AYR—ZXEED Ti0,-SiO, ARy MitiEZ LS BIZENMSEH T TO A2 DEE DY
TIVLT ), HuEN B B ERFE, MIENE, F 124 @it RS, 3J10; 2019 F 9 A
20 B, RiF
l'Oxidative coupling of methane over TiO2/ZSM-5 composite catalyst with the assistance of
electric field], Q. Han, S. Morimoto, A. Tanaka, Y. Kubota, S. Inagaki, EuropaCat 2019,
B.1.153; 2019 £ 8 A 21 H, Aachen, Germany
(FEBFFHREI Q7O ILEEEE T S TiOzeolite IR D BISNMEL T TO AR
1, B 5 BPRK FEHFE RESNSE, § 122 BAMEE#RS<, 3H11; 2018 9 A 28
A, K
[ZSM-5 €454 OMMARITHRSINFAFILSTHILOES ), BPHK, & T, EHFE,
TRIEIRE, 55 122 [EfiiEEtim<, 3H12; 2018 £ 9 A 28 A, KfE
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