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Reaction conditions; Temp.: 565-595°C, Press.: 0.1 MPa, Cat. vol.: 2.0 cc, LHSV of n-C: 4.5-7.0 h!

(57) Abstract: Provided are: a composite catalyst which is capable of further lengthening the duration of the catalytic ability in the
production of a lower olefin using a zeolite catalyst; a method for producing this composite catalyst; a method for producing a lower
olefin using this composite catalyst; and a method for regenerating a composite catalyst in this method for producing a lower olefin.
This composite catalyst is a catalyst for producing a lower olefin from a hydrocarbon starting material. This composite catalyst is
configured of silicon dioxide and a zeolite which is a crystalline aluminosilicate containing iron or gallium and iron and having a
skeletal structure having 8-12 ring members. A lower olefin is able to be continuously produced for a long period of time by using
this composite catalyst.
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. mRbE . ERDOBRTROEINBIC L 2L TH %,

oo MTRSLVH) VLTREZZUMFE | BOEZKUET7NVI/ 2T
—FTHBZEFSA MIBEWT, HITRDOITLREIML (85K (85T
RHAVILTR+TINZI=ZVULTLHR) ) F. 0. 2~0. 6THBZ &N
FELL, S5, 0. 3~0., 5THBAZENLYITFELL,

oo MTRSLVH) VLTREZZUMFE | BOEZKUET7NVI/ 2T
—NTHBEASA MIBEWT, AY I LTEOTRENERL (FU YL
R/ (HR+AVILTRERTTINIZULTR) ) 1E. 0. 1~0. 4
THDZZENFFLL, IHIC0, 2~0., 4THDBZENLYFF LWL,

T, KNRBIVAV VLTRESOMF | EBOEA 4 MREIZEW
T. BBE (BERxkR/ @aR+H)VLTR+HTINIZD LK) THR
Ltb) &, 75. 0~200. OCTHBZENFELL, XI5, 80, 0~
200. OTHBIENLYTFFELL,

ERDEDIC. HTRESOMF | HOBRETILI /Y5 —bTHD
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[0045]

[0046]

[0047]

CDEBOVEDELSA FEAWVWEIEICLY., UTROBEEBRBE
EDDLHBELZRETDZIENTE, ILIC, AVILTREMADZ &I
LY. PILHYVDORKEDREERBZMLETZIENTES, EF51bOD
BRICBWT, PIAVHESHINE & B ICRKRERIGICEY RFRODZE
BwEDEL, BRAL 74 UDBERINSZD, FlZIE. BBROBEENET
Xd2E, BRAL 74V ERSBRIBINOBRE TIC, I SICRISNE
H. Bib. RMAKBRINTEEERIEKBENEL., FEERIEKBEOENRED
ZLMBIET, A—VOMEEN S RY, BEHMEDEGEE<T S
RER&ERD, >T. A—VOHMEEZE LT ET. BARAEORBENEET
HB5

SRCRD TNBOMELL. Y U LTEROEIHROMEKL., BEEZ it
DEFHET B EICLY., 7OELYONREZLYEETEZEESIC, O
—VERDRRICEZFERRROERE L YIIFHITE 3,

Fro, EERMBICETEHEAFE LTOZBRLER (VY H) Ik B4
AEICBITE2EHEEN5~50wt % (EE%) THHEZENTFFELL.,
IBIC, 6~40wWtH%THEIENLYFELWL, BHRAL 71V DIXE
ZEHZETIR. ZBREEROSEEZRLLTEA M1 MDEEEEZSES
TEHIENMFFELL, BEERRIEKFZOERZIFEI T 2 LTI, ZBIEESR
DEBEEZTHIENTFELL, IHIC, FHEFIE LTOIBILERIC
. EF 54 FOARAICHIBERI—ZHE - NEHETHEAIMEERIE L
TOBRIETIIZDL (FILIEF) LYBLWEHERAINS,

hiZEY, X514 FOARADEBR%=HE - NEHEELTH I &ICLY
. EFSMA NOARABDOEITCOBFERKIEKEDERZIHTEHE & HIC
. EF A MAKRETORRTEMIGI I N, T4 54 MOMARIRICS T
2TNAVHOERTL T 14 At OERNZRIBICHIET &
AREER>TWR ERBbNd, COLDRERKEIL. 7ILAVDILERA
L7 4 VEERTDRIGICH LT, REGCRBEFRI HZEFS14 b HIX
. AVDTLBLUHFLEBHREZSTEEHICEREN B~ 1 20DBRBEE
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BT HERETIVI /D) S— R THDBE EHITRIEKRRED SERA
L4 VaBIETH00MEE LTHIET 2 EA 51 MNIBEMICERT 3
T &I,

[0048] COD&DQERBEAE (EX54 M) & LTOEFS4 MME. KBIL
T. 1. KBEKIE. 2. KFLEIR. 3. (A VRBIROITREER
THEEIND,

[0049] 1. KBEKIIE

[KBEMZE] 1. BESEDKOEETICTITONE2YWEDERED
B THY., BRETILI /D) T-—FELTOZELDEFSM MIZDK
BEMEICTERINDG, ERT2BRICERTIRERAELTUE. 2 Y AR (
HEEF MDA, DOV YA Ea—LKRDYARE) . PIIFIR
(KEBIETIVZ =D L, PILIVEEF NI DLRE) | BERER (7Iv
%) | SMEE (LAY EBEOKERIEMAE) . KEEN—BHNTH B,

[0050] COEBBOBEOEA S/ hTiE. REHICER (BIAIE, MBSk, BRLEk
. TRBESk. ) UEBSX. RIbEK. Ribsk. @B (BN . BRERSRE) AN
AbNd, ILICHYDLE (BIAE, HEEAY VA, BBIEAY DL, HREE
HUDL, VVBAY DL, BEA)D L RIEH) VL. KBIES) VL
) ZMABIEMNMFFELY, ThHoZaRELTRBEOEWHEREDE R
oy (B7)) AL, MEERIGETHEIF— I L—TICRELT
15 0CRECHERBMBATIIETELSI MIERIND, KBEEM
RG#IE. ERDOSBE. KL%, I B (BERERZIERETS
=HICITD) EDORTY TERTHMRROELT M4 %155,

[0051] EFS>4 FOHEFEEZLYFMICERBET2 &, BERETH 2HMERT Y
HELTRFHAZIHDN8~1 1 nmDIaOA4 4L ) h& p HEAEZRDKE
ftF b )L (NaOH) &ELAZBRIIVAE, FILTZULRELT
DA 1, (SO,) —nH,O, AUDJLREELTDGa (NO3) 5—nH,O0
, B%5RELTDFe (NO3) 3—nH,0&, BEREHELTORLET S
JOELNTVEZUL (TP rABr) 250RBETS VB EEERT 5.
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[0052]

[0053]

[0054]

B, BEREFELTOTP rABrORMEAERT A ENFE LV,

WIS, TSRS IVAERRS VB EA#BIREET S BIxIE. 159
) o CHICEY, RIGEOBEWIEREOE ROFILAREEINDS, RIS, R
BEBRINAERTSNVERRT D BIXIE. 6 0CT—H) . RICLERDK
BERELT, 120C~150CT, ™, 150rpm~300rpm
OEEGRETERTS BIZE. A—~hIL—TROBEEATT. K&AE
ME1TD) . $abb, SREETTCORRELZTI. BL. RIGEEE L
TiE. LEBMEETHY ., MEBETRERITD I &ICLY., HRBRFOER
AL TWD, Fh, BHREES LTE. LBMNEETHY. MREESE

2 LTV, COEBETHZIE2 4RREERL THREB%, BN
R ER ATV, BRAKIEEODBEEICKYITY, ZODR, E&EEHAIFET 2
OCTI3MREERTZEEEIC, 550CTIRBBEKLTTPrABr4&
MRET D, b, AVILZEZTAWVEEICIE. BBRTIVBICHY YV LAR%E
AN L 78,

2. ML IRE

—BHICEL T4 bMEfEs L TITENICERY 256, BRHNEEDOH
ERENBROBEREV> BN, AFRREICKEMILTERSN
B2 ENBVN, RIRIE., FELTEROLDICTERINZETS A &,
BEFl (NMvyF—) THD_BILEREDRER. Kb, /& BERGE
DRATY TEEG, BE. RPICEWTIE, HIAIE BLEURFEERE
RREVWLNS,

BlZ I, EdRDKBRERTRR (FkiF. 1 FRBTRE) 2R TELSNE
MARREL 4 M, DY AmKRE. BFEBFIE LTOTARALEZRE
« KBBIEF M) D LKBER (FILA)MHKER) ZMXTREL T, KD
BEMER D, 4d. KEEEIE. TARAILRLONEEDTAL, FIZE
KENMADEMENELRZEDTH>T. €454 MRED ) AR
HEKEEHITEEULRIC, COREMERRETZIENTE, D, 5
BRBFICHI Z [ EREETHKE ZBIBIRRICA > THREADN LR RDEHDTH
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[0055]

[0056]

[0057]

[0058]

nigk<, BIAIE, PVP (RUVEZ)LEOQY RY) FEAWVWTE LWL,

COREMEH A EHERFICLYHABIKICIIL. 12 0CT3HEHERE
B2 5, RIS, ZERBTICHSVWT, 550CTOIBBDERERT
. AEBOMEOESHMEEFZIENTES,

BB, AT VRBIRRICKFEEIREZT>TH, KMEIRRICAZ Y
R|TRET>THLWD. RBEIRRBICA T VRBTREZTO &N
F LW,

3. 1A VKT

454 hafitiEe LTRIATEERBOZ G, BHREBE LTOME
ZRIABLAEZBDOTHY. COBELTOMERELZ A MIEBEOOHE (
TLYRTy FER) ZBAT B ETHRIRT %,

COBMEZRBEIEL O, —MBWICA T URBRIE;ERAING, &
B, KBEBEICLYBONLEELZM M BEONS VYV REZRDEDHIC
FTRIDLAFFY (Nat) Z2BLTVWEN, Che/F o[BI EB
ETT7OMY (HY) [KBHBATWS, 8. —B. NH,NOGBRRICLY T
VEZOLAZY (NH ) TLAAURML, ISICER BRLTTFVE
—T7ERETRIETTONY (HY) KEBRTZ2HEEEDIE8HD, I
ZIE, HEERTCOMBTY VEZILKABBRICLZM A URBETNICE
KKHESAARBYRLIE. 120CTO3IRMER. ZRRBTICST
2550CTO3RFEERERT. TOMNVEOEAFMEEESLIENT
x5,

B TRRRICA T VU RBTIREZT>EBEIC. COEAF 1 MtEZR
W BERA L 7 1 YOREICSWVWT, - VERORRICA 3 BEKKR{LK
ROEREIFI TEDARENH D, T, KBRERITEOMKIRDESRMNE
TIVZ) D)= M YRR IRROBRE I NES 514 MUEDH A
BRYBWABTZTHY., 1 FRMTROEEMEZELETE S,

DL BREEHEMEZRVNT, BIZEZA M FI7UDLERAL 71>
EELETHRREREELTE. 514 M T I Y EORBAREEREOREML
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[0059]

[0060]

HARKESEDHETREI THERETICRSBICHNRT D, THADLE, RIEK
REHEESFMEICERI T TIREIE S, 48, BRARICHERELE
FNTHLL, TOBEICEESHRMBICHBINDIARICIE. 54 M F 7Y
ZDRIEKFMRDNT Ewt BUESFEFRTVWEENTFELL. IHIC,
E0wt%UEEFNTVRZEAEYTFE LV, LROESEME S RIG
BRICEERE LTREL. REBRICEKRINZFERARE, BEEEmmE
ICEMIEANSEBIEEHENMBVSND, ZOBIC. 530C~65
0C, £YPFFLIFE550C~64 0CHORBMARERE TRLE ET
., IFLYBLTTOEL VYV EERT B,

e, BRA L 71 VORIBKRRERBHE, BIZAE. 4 M FT7FFEDOEH
RRIEKRRBTH D, 778 (ZLLyIF74) S, BhesEER
BEBILI>TEENIBLTEONIHRO I BHRMEANSH T3 0~
200CRHEEDEDTHD, ZOFT7HDIEHREBEHAN30~100CH
EDEDESA N (BEH) F7H&0, HEEEN100~200TCEE
DEDE~NE— (BEE) 77H&WD, T, Z4 b FI75E, KRHSOD
RV VBLIUVRRBOEDAFH U EEWMDET2BDICHEET 5,

e, BHERKKEKRERIE, EXNICESA NI THEH, FIXE
. TEINE—FTIHESATWEY, LY F I THoY LTEL
W, T, BRERIKEKRRERE., FI7HLUATH-THLL, HIZIE A
SHUADRAH AL EDHDRILKRERT, EXMICS A MFI7HHEEOD
BADEDERAWSIENTES, T, AAPRATANLZEEH A EEH
BT IEROBRENEL RIKRRERE LTHATETHY .. ERANICH=D
HEYBLRBRWRIEKREZRERDNE LTHAWSZENTEDS, T AEROD
HRERICBEWT, BRI L 71 vk, RRBODPLBWAL T4 & LT HIZ
. TFLY. FRELY. TFUv. ThULEORER (B2 IEREFRS
DOHRFRMEE) DAL 74 VEEULIIIIERINDIFELNHZH,. 2T
Tld, BRAL 71V &ld DA EERFH2DIFL V&, RFEHIOD
TOELYEEGEDTH S,
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[0061]

[0062]

[0063]

[0064]

T, BRAL 74V EERT DRIGICEREL TE. AEROFEEOEESRE
fRIEIC BT BEBNRIEAKEOLHSY (Liquid Hourly Sp
ace Velocity:BZEBEE) OMHEE L TCOEMEE%ZO0. O
8~1. Oh&gBIEMFELL, IHIC. 0. 08~0. 4h&F3Z
ENEYFFELL, LHSVELTI, 1. 0~12, 5h-1&F3Z&N
HELL, I5IC, 2. 5~12, 5h-1&d32&NLYPFELWL,
TOLHSV &G, HERMEICRBRIEKREIRESE L THIGIN RO
HETHY ., EMIFE I, BEEMELBRRIEKRNRES LTGRAT
PEETHZ (EEFMBICREAISMMBINDERIC. B3RO &S ICERBHILR
ENOHRAELIEIRRETHZDN., T2 TE. RIGBSHICHBEIND H R
DOHEE LTORMOEEREZBVWTWDS) , &b, ZEREE L TER
AR (gas) OFEERE (GHSV) ZBAVWTHEREWVWL, &2 (we i g
ht) OZEBEEE (WHSV) 2ZBEVTHLL,

BRAL 714 v ORETE. REEEEET21EE,. RIEKERNOE
IEENEL QY. BRAL 71 VOERENE< QD EEHIC. BFEEKKIL
KEOEREHN S RDDT, MAOEBOIRILF—FhKRE, ERAL 7 1
VOEEEE., BERRIKROENCLZ2ESFEMEOERE OFEREL
TRIGBEERET Z2HELNHY., LROBHEHE T &ICLY., BHEKM
BORWEDEBRRTIEEHIERAL 71 VORELLEEEREKRT S
ZENTED,

Fre. BRAL 74 vOEETIE, EMIEEERT21EE. RIEKRR
BOEERAELRY, BRAL 71 VOEREN S RDBEEEIC. FBE
BERIEKBRDEKRENZ L BBDT, BRAL 71+ VOEEEE. FEEK
EKRDBMNIC L 2B EFMEOEFRE DFREVWTEMISEZRET 200
EhHY., EROBEHRETDIEICELY ., BEERMBEORVWENEEFET S
EEBIBMAL 74 VORELLEEZRIRT 52 ENTES,

ZIT, AEBOHEOESHFMELEGFERT 2IHEIC. ERICLEL
THEEBERIEKZOEREN DR, TNICLIYTHKROES DaWT &
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[0065]

[0066]

HOEEEMEOERIR DD, REFAOERAL 71 VOEEICEWVWT
. BIZE, BRAL 714 VONENREINLETREAQZBEETETLE
BEIL. BERMEORBMPBELELITOIEDET IS, BRAL T4 v DIX
KiF, BERBBICHEVWRAIET TS &ICA2, T2 T, FEZBEICHE

LT, RIEEZSL LY., E#MEFEEZR<LAEY (LHSV (EERE
) ZELSLEY) 52 &L, BRAL T4 VOIREDQRKTZHHEIL T
ERAL T4 ONRKRERBICE S TEEIRZ I ENTE S,

CODBEIC, RIGEEDOEFCPEREEDETICEY ., FEKRKILKERD
EREN S RBIENH DD, FERARICKZOERELRERBICH>T
BHLTHY., RINEED EFPEBREDETICELY. FEEKERILKED
EREORBERBICHEY BMEAEREKEAD I &ML, FEKRIEK
ROEMNT Z2HEMENMEV, b, KEOKEAICH I RINEED LR &, R
BOZEBEEORZE (EARREOEM i ZhEThBERTIT>THERWL
L. RINBEDEREZEBREDORELZMEEETIT>TERW, Tk RIb
BED LR ZEEEDREAMEAE 2BAICIE. TNENE CBHICRS
BEOLRE, ZEREOREEZT>THLIWVWL., BEAZRHICT-TH L
W BlZIE, EFd 28EICEWT, DEIE. ZEEREOREETV. %R
BRBBEEDLER%Z1To7Y, ZOHE LAY LTHLW, T RBEE
ODEFRE, TEREOREZXBICT>RY., X RIGEEDOER% 3
BT o725, ZEREDRREREZ 1 T2 MEDL D ICERSHE TRINEE
DLERE FEREDHZERZT>TH LW,

RIS, REFEOHREOESHRMBEOEERE%FHAT 2, AERBOEREIC
BWTE, BIZE. PV FTaNM V=& LTRHWERSICERLT, &
R ELMBEERE IEMNS SEULICHBIET ZEATETHY., I SIC,
ERDOE D ICRBBRECERRE (Bish) 2RBIT&ICiY. i
Fx 1 OFULEICERET I ENTRETHD, L, BlXE. BfKtL 7
1A VOPREANBZEINLEBEZITRERTLARZEIC. BEEAMBERINT Z20E
BELZ, COBEIC. BEEMBEOLIENEICI—IDERICEL BIHFBEIC
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[0067]

[0068]

[0069]

RBRTHZ2A—VEMBERE L TESHMEEBEET I LN TETH D
o I— VU DMBREICEL TR, BHARICRAT, Az, FEEHR &
LTODZERTHFRLUAEEIZH/IET D EICLYMB LERFETHDI—7
EMBRSETCZBIERRE LTRETZIENTE S,

COJBEIL, I—IPBREEMUIRICRET 2BEER>TVWEIRE
PHY., FlZIE. RIGERDEEEZ450C~600TCT&ETHIEMNFFEL
., IHIC, 500C~550C&FHz&NLYFTFFELY, ZDREEH
id. ERORBEEDHEEEELZN,. RIGEEDRESLEL Y D LEVWE
EHETHY. MRICLD2RBDH->TH, LROLDICEREZERTHER
LCBEEIIRIT 22 &iICd Y, RIBERPESHMEICEAEN N ECRWL
RIVDOBREHETH D, EEERMEOLLEDL,. FICRROTBICHD Z &M

5. REREWMFRET 522 & T, FRAAMOMRBISEVVARICES AME
EBRETDHIENTRTH S,

D& D BAEBOMEOESHME, COESERMEORSEFES LV
BRAL 714 VOHEEFEICH>TE, WMROEA A MEWFT 5781
ABWondNNA U F—%22)hETEHEICELY, I—VERENFITE
ENTED, K> T. BEEFRBEZAWLERAL 71 VOREICEWT,
530~650CRHEEDRMMEESE (BHRAL 71 vOREICEVWTIEE
B T =R A2 100 ORI EDREAICHE > TEMRMICER
AL VEBET DI ENAREICRD, T ARFEOHREOEESHME
OBEEFEICELNE, EROL S ICRBICE > TEALLESHMELFE
LT, ISICRMICEGHRMELZERT 2 2 ENTREICRS,

%= )

RIC, AFEIFOERFEN%RAT 2,

(EHEHIT)

x93, EfEHI1DOGa, Al EZ2EITBNaBOMF | 454+ (Fe
GaAl—-MF I E#4#54r(Si/ (Fe+Ga+Al) =121, 3)
) DERFEZHRPT 2,
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[0070]

[0071]

[0072]

aO4 4Ly A58. 9g (Si0O, 30, 6wt%, Na,O O,
4wt%, H,O 69. Owt%) Kb+ hr) VL1, 69 ghbLARDA
BE AR, MEBT7INI=UL nKHNPO. 199, WEAY DL - nKF
#0. 11 g, FHEESKX - 9KAWO. 249, BEFrSTAELTVES
743, 10g, FBEK187. 8ghbiRdBEAEaEBKRELE, ATREB
REERTIEBLANORAICEE LR, ILICIFY—HT1 59HH
L <R L&,

COREBABRZ60CICREBELT—HBBELLER. A—MJL—THICT
HSEAT. 150C, 7208, 300 r pmDEHTTKBEAESRRIEE
727, DEE. BEKICLYTDITHEELE, £O%. 12 0CT3IHEH
IR ZRRARFPICTE 50 CTIKAEBRMISIET, FeGaAl —M
FIEFXZSM4 NaER Lce 2OEF A MOTREIFEAL G BN XHRRI
EickY, Si/ (Fe+Ga+Al) =121, 3 (BBBE). Fe/ (
Fe+Ga+Al) =0. 4, Ga,/ (Fe+Ga+Al) =0. 3, Al
/ (Fe+Ga+Al) =0. 3&kOBNE (M1B8) .

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te / SiOEBELT74wt % 26wt %) ORABEEZHRPT 2,

FEOFIRICA>TERLEMFIRON aBlFeGaA |l —MF | €45
A RAVEF=ELTOY) AWK (TRZYv VT GmbH (BRE
) ®R&:7IOYVIL200) . KEBFHIELTOTARAZMERR
L%, KBt UL KAKR (NaOHRES., 5wt %) ZBE=ENM
ABRDOEEL. MROEASA N VY HREWMESL, TO®K, LY
LAE2RICCAER (1. Omme) ICMI L. 120CTOIRREEE.
EJRBETICHITE550CTOIRFERKERT, FeGaAl —MF |
EAS4 82 ) hiEERERERL,

COEEERIC, HEBRTTOD2, 2mo | /LMEE7YEZY LKSEK
WKEBM AR EENICHES KEFZ4LQHELAE (1EHYDAF UK
HIZ2FEE L, BEHFLW2, 2mo | /L7 VEZILKERE A
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[0073]

[0074]

[0075]

NE&EZR) . 120CTOIRMERE ZIRETICHFS550CTD3I
RS EZIR T, 7OMNVEDOFeGaA |l —MF I €454 /Y1) hiE
BEfEE L, COBEAFMEOSEMEMRITHIAXFUAERICLIY., €45
AN/ DUA=T4wt% " 26wtR&Bok (158) .

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/SiO BB T74wt% 26wt %) OMEETMAKRA EAIRAT
%,

FEOFIRICE>THAHELAABFROFeGaA |l —MF | X354~/
S hEAKE, RIN1. 0~2, OmmOEBERICINES LD ICERL
. MEEEHEA OMESEN & Lk, RIBRRBRIEn —~F 50 OBEMAORRISE
EERTBINRIGEBICTITI>7, MFE2. OmL CREZEE&SLTEI.
32g&h3, ) ARZE1I2, 6mmMORATYLARIGE (SUS3 1645
) IKEBOBERI20mmERSLDICHEL. MEBORRKICHS X
D—L%&, ISICZTORBICTILIIFE-—EFREL L,

RISEHIE, RINEES565C, £F£0. TMPa, n—AFH 2 OLH
SV(Liquid Hourly Space Velocity) %4
. 5h=T (n—A~"FHVOHRBHKREI. OmL h) &ELT. n—AFHY
EMOMRIGEW S 4 ORFMIT o2, RIGEFIBL THLH3 ORERICK
MBLUCHEEERMERIRLTARIOR N 57 1 —OW &7V, ERlER
R (Wt %) BLTERAIL71Y (ZFL Y, TOELY) &EFEKR
EAKFRDINE (wt %) R, RIGHMEOMBEMEREDEESE L, Fik.
—EREBICERMORERS L VCHRIOY NI S 7 4 —D%&T>T,
HEBEDIREEILE KD, X5IC, LECO - CarbondiE (B
- FEDBERAMRERICEICL DRREEDTEE., LECOY v/ \VEEHR
WedtnE) L&Y, RIGEBREOME EADRBRNHELZRE L, &H
HOMEMEDF EHER 21T, MEMHEORIELERS ICERTART

(o)

(Erehl 2)
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RIC, EEFI2OF e Al —MF I 4S54 bk (Si/ (Fe+Al) =
120. 3) OEMRAEZERAT B,
aO4 4Ly A58. 9g (Si0O, 30, 6wt%, Na,O O,
4wt%, H,O 69. Owt%) . KBtFrhYTLT, 69ghLRD
AREAR. WMEBETINI=0L - nKFY 0. 29 9. MBSk - 9K
0. 24g,. 25 +57OELT7YEZYL3. 10g. FEK187,
8gNbLadAKREBHRE LIZUAEERERF 1 &FAKICLT. NaBlDF e
Al—-MF I EXS14 baEK Lz, TOEFSA MDOTREINEKLIZE
HXIFRAEICLY, Si/ (Fe+Al) =120. 3, Fe/ (Fe+A
1) =0. 5, Al/ (Fe+Al) =0. 5&kdbohiz (H1B5R) .
[0076] JRIC. FeAl —MF I E€F54 b/ hESHKEBE (Zeol ite
/ST O RABLE 75wt %/ 25wt %) OFMAREHRET S,
FEOFIRISE>TEHRLEMRIRONaZlFe Al —MF | 451 b,
SYBMR. TARAZBWT, ERHI1 ERBROFEICEL > THRE - 1
oL, AFROTOMNVBEFe Al —MF I 454 VY hEES
iR s Lic, COBESHMBOEEMMITEALXFUEICLY., €454
N/ ) h=T75wt% 25wtREho% (F1ER),
[0077] RIC. Fe Al —MF I E€F 54 b ) hESHKEE (Zeol ite
/ST O0EBL 75wt % 25wt %) OMBEILMEARGEEERET 5,
LROFIRISR>THRBE L, AEROFe Al —MF I €451~
YHEEEET, 0~2. OmmITEHL7H D& MEETEA QAR R &
L. RIGFEEZ#3 3 OB & L2USMEERRGI 1 & RtkD 75 7E THEREFLM
HEAE L, £/, LECO—Carbon9DiTEickY. RbEER%
DOftE EADRFITEEEZAE L, AEROMBEREOEEHER2 IR
ERS
[0078] (Lb&fl1)
RIS, LEBBI1TDOFeGaAl —-MF I EAS54h~ (Si/  (Fe+Ga
+A1) =121, 3) OEMRAEZHRAT S,
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[0079]

[0080]

EHEFI1 EEICLT. NaBdFeGaA |l —MF I €454 MaAK
L7ce TOEF 4 MOTREIMKLIBHEAXIAEICEIY, S/ (F
e+Ga+Al)=121. 3, Fe/(Fe+Ga+Al) =0, 4, G
a/, (Fe+Ga+Al) =0. 3. Al / (Fe+Ga+Al) =0. 3
EkoHont (B1588) .

R, FeGaAl —MF I E€F354 /" TIITHEEHME (Zeo |
ite/ Al,O;BELE7T7TwWwt%  23wt%) OREHEFEEFHRAT S,

EEOFIRIE>TER L. MRRONaflFeGaAl —MF | £F
FAMETINIFHR (BEMBELCR (B . #9014 RAP-1, Al,0
SBEET1, Twit) IBEKEEEMALGNSREL, WROELS A
N7V BEWERT, TOD®K., LB UAFSEICTHBEIR (1. Om
me¢) ICIIL. 120CTOHOIRAEEE EIRETFICEIFH550CT
D IBREEREIRT. FeGaA |l —MF | X454 N/ FIIFTHEEKE
B, COEAKIC, BEERTTD2., 2mo | /LBER7VEZJU LK
BRICE DA URBEZFNICKES KGR Z4BRELLE (1QHYDIF
VERHIZ 2B S L. BEHFLW2, 2mo | LT VEZY LKER
EANEAL) . 120CTOIRMEGE. EIRETICEIFH550CT
D IEEEHERT. 7TOMVEDFeGaAl —MF I XS54 K/ 7
ITEERMES L, COEEFRMBOESMMITENL XIRAEICL Y,
EASA M/ TFILIF=TTwt %/ 23wt%Eo/k (158 .

R, FeGaAl —MF I E€F354 /" TIITHEEHME (Zeo |
ite/ AIlL,O0BBE77Twt% 23wt %) OMRELMEAERAE %R
B9 %,

EEOFIRICE>THABE L, ABEROFeGaA |l —MF I E454 b
STPIVIFESEET. O~2. OmmICER Lt 0% e MERE O
HBEL, n—AFHYOLHSVES, Oh-' (n—AFHUOHBRE
10. OmL “h) . RIGEEE%Z#H 1 0 OBFE & LZLAAIIERER 1 & Ekk
DHECRBRRBREER L/, T/, LECO—-Carbonygtiicky
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[0081]

[0082]

[0083]

[0084]

. RIGEBRBEOME EADRBRMEEEME L, AEABOMBMEEDSE &
HER2IT, MEHRORIKELZERS ICENENRTT,

FeGaA |l —-MF | EA54 MNETILIFNA VT —THREESELE
HETI (BEFI) . AHIOEL VIREKIEH 1 8wt %EWVWIBWEE
~LED. M5 0REFEENOHONDEDIC. SBOREEZRRELAENSIX
FOETHARSN, 10 0RFRERRBRICHS W TIFBAE AMEMEREDE T HE
RBINf, —H. MUY= ) ARV, EFIT OEMNERE RS
LEICTREEEE LEERTIE (ERFI1) . 70D VIEREETFR
WEDD., BEBEOPRERIFELIMA SN, H#RELT34 0REMLORW
i EGNERI N (M588) .

RIGEHBRBICHE AR LD —RUYBEAELLET S, PILIFAN
AV —HAVWEEATIETI O0RBET24wt %, Y Y AHNNM V¥ —%H
WERTIE3 4 0B5ET4. 8wtRhelyY (M2) . fHEA—RVER
1/ BUTICETERINDZEN Do, £/, FeGaA |l —MF |
TAZ4 MIDOWTH, YV ANV —THFEEESL LER (E5kEH 2
) EAWS & T, AROMENR SN (B2) , ) ANA VT —TH
MEEILTHI&ET. EF 54 NOARAERIERE - FEEELINh, FE
BEOERIMNZAOND I ETH—RUTHIGENZL<mMLL., BREL
TRWHIESS 252 52 EPHEI N,

(EHEHI3)

RIC, EfEFISDFeGaAl —MF I EAS54k (Si/ (Fe+Ga
+A 1) =121, 3) OEXRAEICDODWVWTERAT 5,

EHEFI1 EEICLT. NaBdFeGaA |l —MF I €454 MaAK
L7ce TOEF 4 MOTREIMKLIBHEAXIAEICEIY, S/ (F
e+Ga+Al)=121. 3, Fe/(Fe+Ga+Al) =0, 4, G
a/, (Fe+Ga+Al) =0. 3. Al / (Fe+Ga+Al) =0. 3
EkoHoni (M3ISE) .

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
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[0085]

[0086]

te/SiO ERLE68wWt%. 32wt %) DREEFEEIRET 5,

FEROFIRISA>TAEXK LEMRRONaflFeGaA |l —MF | €45
4 b DUAHBR TARAZBEWVWT., EEEH EBAKROBEEICE > THRFE
b -AFoxMmL. BELEEZABROTONVBEFeGaA |l —MF
| B4 54 b2 DEEFBEERM L, COEEERMEOCSEMEMIE
HAEXFUEICLY, €482 H=68wt% 32wt W&o
= (R3&8],) .

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/SiORBALE68Wt% 32wt %) OMREMARSGEICDWT
AT %,

FEOFIRICE>THAHELAABFROFeGaA |l —MF | X354~/
S hEAKE, RIN1. 0~2, OmmOEBERICINES LD ICERL
. MEREETMA MR & Lk, RIGERIE n —~FH 2 OO HRRIGE
EERBBARIGEEICTIT >/, ME1. 449 (EF>54 FEFBEO.
98¢ : REAEELTIE2., OmLELDB) Z2RET12, 6mmODRATY
LARIGE (SUS3 168 ICTEL. MEBDRIRICHAZIAV—IL%E,
ILICEORIBICTIVIFE—XEFRELL,

RIGEHIE, RNEES565C, £F£0. TMPa, n—AFH2OWH
SV Weight Hourly Space Velocity) %#6
. Oh-1" (n—AFHVOHBRES. 99/ h) &ELT. n—~AFH U
RIS ZR 3 6 OBFRIIT o 7=, RISZRIBL THHH 3 ORERRICKAE
BLORBERPEZERLTHRIAOT NS5 7 4 —DFETV. BEEL
K (Wt $LTERFILT71v (ZFL Y, TOELY) &FEERE
KBJDIE (wt %) ZReD, RIGFMHOMBMHEDIERE L, . —
EREBEICERMOBERS LA RIOT NS T 14— ET> T,
MREDIREELE LA KD, IHIC. LECO—CarbonifEicky,
RIGEEREOME EADRBRMEEEZAE Lz, REROMEMREDE &
H#E4ITTRY,
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[0087] (ZEHEHI4)
I, EfEFI4DFeGaAl —MF I EAS54h~ (Si/ (Fe+Ga
+A1) =121, 3) OEMRAEZHRAT S,
EHEHIT ERBICLT. NaBidFeGaA |l —MF | ¥454 AR
L7ce TOEF 4 MOTREIMKLIBHEAXIAEICEIY, S/ (F
e+Ga+Al)=121. 3, Fe/(Fe+Ga+Al) =0, 4, G
a/, (Fe+Ga+Al) =0. 3. Al / (Fe+Ga+Al) =0. 3
EkoHoni (M3ISE) .
[0088] XIZ. FeGaA |l —MF I €454 b/ V) hESHEME (Zeo | i
te/ SiOLEBHIO0OWt%. 10wt %) DREEEELZFHREAT 2,
FEOFIRIE>TEHRLEMRIRONaZlFeGaA |l —MF | €45
4 b DUAHBR TARAZBEWVWT., EEEH EBAKROBEEICE > THRFE
b -AFoxMmL. BELEEZABROTONVBEFeGaA |l —MF
| B4 54 b2 DEEFBEERM L, COEEERMEOCSEMEMIE
HIEXIREICLY, A48 2V A=90wt% " 10wtR&EM>
= (R3&8],) .
[0089] XIZ. FeGaA |l —MF I €454 b/ V) hEGHEME (Zeo | i
te/SiO RALEO0Wt% 10wt %) DOUBEITMERG EARAT
%,
EROFIRISAE>THRE L., ABFEROFeGaAl —MF I €454 b
SO NEEEET, 0~2, OmmiTER Lt 0% AT Ol
Bel, MEREESZ1. 099 (E454 h2BE0. 989 : RIEAE
ELTIE2. OmLeER?) . RIGEKEZH4 8 OBsE & L2 LAAEEFEH
SERAEDAETRIGHREERE L, F/. LECO—Carbonsif
FICL Y., RISHBBOME FADRFTHEERE L,
[0090] ARBOMEHEDTEOENLIC, MEHEOREELLEMSICENT
N9,
M4 RS HMIRELDEFeGaA |l —MF | /S i O, EAKMEBDOMA



WO 2016/017794 26 PCT/JP2015/071761

[0091]

[0092]

[0093]

IKDWTEEDLEEDTHD, €451 NOSEXRISELRDIHAB % 3 ELEHE
B (68wt%, 74wt%, 90wt %) L. #HMAEICDWTHEL
EZAH EATMA MDEEXENELARBICLEDN W, RISE{LEX, ERA L
74 VIR, FEBERIERIFEMLE, . EO0EBZRVWTHEERINE
5. Owt %BUTOEWMEICHIZ SN, #RELT34 0REMLEORW
EEMERRELE, EYUbF, BWEFSAI MSEX (90w t%) 28
TH5EM (REM4) ICBVWTH, DEHBFEERINEIE4. 6wt B EH
Zbh, 4 8 0EULDIBH TRWHESMANAERI N (I55R) .

R>T. PVANA VI —ILL2EEFRMEIR, BEAWS Y HREER (1
0~30wt%iEE) TeEVWOEL VYRERVWVHESSARBBICEX S
ZEDHERI NI,

(EHEHIS)

RIC, EfEFIEDFeGaAl —MF I EAS54h~ (Si/ (Fe+Ga
+A1) =121, 3) OEMRAEZHRAT S,

EHEFI1 EEICLT. NaBdFeGaA |l —MF I €454 MaAK
L7ce TOEF 4 MOTREIMKLIBHEAXIAEICEIY, S/ (F
e+Ga+Al)=121. 3, Fe/(Fe+Ga+Al) =0, 4, G
a/, (Fe+Ga+Al) =0. 3. Al / (Fe+Ga+Al) =0. 3
EkRkDLNT=,

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te / SiO EBHI0OWt%. 10wt %) DREEEELZFREAT 3,

EHEFI4 EEFICLT. BEROTOMNVEBFeGaAl —MF | 45
AN/ D) HEEERMEERRE L, ZOBESHRMEOEEMMIEEIXIZ
BAEICEY, EASA M D) HA=90wt% " 10wt%eo/ (M6
S8) .

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/SiO EALLI0OWLt % 10wt%) DOMEETMERARAEICDOVWT
AT %,
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[0094]

[0095]

[0096]

EFEROFIRIE>THRE L, ABAKOFeGaAl —-MF I EX4514 k
SO NEEEET, 0~2, OmmiTER Lt 0% AT Ol
BEL, n—=AFHYDLHSVEZG, Oh-1 (n—AFHVOHBRE T
2. OmL/h) ., RIGEBEEHMI OEE (Y ) v JIERBERKBLT
M5, 24, B3O0FERICERLE) & LEMARERES4 &BBROEE
TRIGEREEREL -, AR OMEMEMREER6 IR,

(EHEHI6)

RIC, EfEFI6DFeGaAl —MF I EA4S54k (Si/ (Fe+Ga
+A1) =121, 3) OEMRAEZHRAT S,

EHEFI1 EEICLT. NaBdFeGaA |l —MF I €454 MaAK
L7ce TOEF 4 MOTREIMKLIBHEAXIAEICEIY, S/ (F
e+Ga+Al)=121. 3, Fe/(Fe+Ga+Al) =0, 4, G
a/, (Fe+Ga+Al) =0. 3. Al / (Fe+Ga+Al) =0. 3
EkRkDLNT=,

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/SiO EBALI0OWt% 10wt%) OFAEFEKICDOWTEBET S

EHEFI4 EEFICLT. BEROTOMNVEBFeGaAl —MF | 45
AN/ D) HEEERMEERRE L, ZOBESHRMEOEEMMIEEIXIZ
BAEICEY, EASA M D) HA=90wt% " 10wt%eo/ (M6
S8) .

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/SiO EBABHI0OWt% ./ 10wt%) OHAETMAKRAEAIHRAT
%,

EROFIRISAE>THRE L., ABFEROFeGaAl —MF I €454 b
SO NEEEET, 0~2, OmmiTER Lt 0% AT Ol
BEL, n—=AFHFYOLHSVEZT7, Oh-' (n—AFHUOHBRE
4., OmL/h) . RbBEREEHM3I0ORE (7)) v JdREHIBLT



WO 2016/017794 28 PCT/JP2015/071761

[0097]

[0098]

[0099]

[0100]

M5, 24, B3O0FERICERLE) & LEMARERES4 &BBROEE
TRIGHBREEE L. RNAROIIPARFEEREER6IIRT .

(th#fs) 2)

RIS, LEBFI2OFeGaAl —-MF I EAS54h~ (Si/ (Fe+Ga
+A1) =121, 3) OEMRAEZHRAT S,

EHEHIT ERBICLT. NaBidFeGaA |l —MF | ¥454 AR
L7ce TOEF 4 MOTREIMKLIBHEAXIAEICEIY, S/ (F
e+Ga+Al)=121. 3, Fe/(Fe+Ga+Al) =0, 4, G
a/, (Fe+Ga+Al) =0. 3. Al / (Fe+Ga+Al) =0. 3
EkRkDLNT=,

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/ SiOLEBHIO0OWt%. 10wt %) DREEEELZFHREAT 2,

EREHI4 EERICLT. BEROTOMNVEFeGaA |l —MF | 45
AN/ NEEHBEARAS L, COESHMEOEEEMIEHIXIR
BAIEICEY, €548/ 2 ) A=90wt%/ 10wtRE&i>7% (X6
S8) .

I, KBHI2 - L TDFeGaA |l —MF I €454 /) hESK
i (Zeol ite / SiO EBBHLIOWt% 10wt %) DMERELH
ARG EZHPT 2,

EROFIRISAE>THRE L., ABFEROFeGaAl —MF I €454 b
SO NEEEET, 0~2, OmmiTER Lt 0% AT Ol
BEL, n—AFHYOLHSVA15, Oh-1 (n—AFHVOHBHRE
30. OmL h) ., RibEE%ZH3 0RE (Y7 v JIIRib=mEL
THHb5,. 24, SO0REARICERLRE) & LEEUAZERG4 &RKROA
BTRGHABREERE L, ANEROEPAREMEREEZR6 ICRT,

B6idFeGaAl —MF | /S i O, BEEAMEOIIAMEICSITBHLH
SV (EMFE) OFBICOWTEEDEEDTHS, EEHl4=EEEL
T4, 526, 0»7. 015, Oh- " LHSV#A#LIF? (EmEE%
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[0101]

[0102]

[0103]

H<T3) ICLENMY, RIGEHEE, |®RA L 7 1 VIRE, BEBRNEIGR
RIAETLEDN, LHSV 4, 5~7., Oh-'"TO7OEL VIREDET
T EMNTHo (15, 6215, TwtR) , —H. BERIEEH
HENSCETHETLE (4. 652, 2wt %) , >T. Y DANA VY —
EFRWEEAEREEIR, AWLHSYV (IEMERE) 4885icT15wt %%
ZA5BWTOELVINRESZ 5 &EHERINL, BB, M6 TIE. n—
AFY Y EOEMIEE%E, LHSVOREHARLTEY, LHSV4, 5,
6. 0. 7. 0, 15. Oh-"O¥H& LT, 0. 23 (EMmHI4) . 01

7 (EfFI5) . 0. 14 (EHHFI6) . 0. 07 (Lk&fFI2) ICRELT
ERET>TWD,

(EHEHI7)

RIC, EfEFI7TOFeGaAl —MF I EA454h~ (Si/ (Fe+Ga
+A1) =121, 3) OEMRAEZHRAT S,

EHEHIT ERBICLT. NaBidFeGaA |l —MF | ¥454 AR
L7ce TOEF 4 MOTREIMKLIBHEAXIAEICEIY, S/ (F
e+Ga+Al)=121. 3, Fe/(Fe+Ga+Al) =0, 4, G
a/, (Fe+Ga+Al) =0. 3. Al / (Fe+Ga+Al) =0. 3
EkRkDLNT=,

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te / SiO EBHI0OWt%. 10wt %) DREEEELZFREAT 3,

EHEFI4 EEFICLT. BEROTOMNVEBFeGaAl —MF | 45
AN/ D) HEEERMEERRE L, ZOBESHRMEOEEMMIEEIXIZ
BAEICEY, EASA M D) HA=90wt% 10wt %e&oz (M7
S8) .

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/SiO EBABHI0Wt% . 10wt%) OMAETMAKRAEAIRAT
%,

EEOFIRICE>THABE L, ABEROFeGaA |l —MF I E454 b
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[0104]

[0105]

[0106]

[0107]

SO NEEEET, 0~2, OmmiTER Lt 0% AT Ol
BEL, RISEE%Z585C, RISHEZMN 1 5BRE (7 v TRRIK
ZRBLTHSE, 1 S5RERICEREL L) & LAEUAEERSIS &RikD
FETRIGHEBREERE L2, AENOMERMENIEERT7 ISR,

(EHEHI8)

RIC, EfEFISDFeGaAl —MF I EAS54~ (Si/ (Fe+Ga
+A1) =121, 3) OEMRAEZHRAT S,

EHEHIT ERBICLT. NaBidFeGaA |l —MF | ¥454 AR
L7ce TOEF 4 MOTREIMKLIBHEAXIAEICEIY, S/ (F
e+Ga+Al)=121. 3, Fe/(Fe+Ga+Al) =0, 4, G
a/, (Fe+Ga+Al) =0. 3. Al / (Fe+Ga+Al) =0. 3
EkRkDLNT=,

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/SiO EABLEI0OWt % 10wt%) ORAMAEICDODWVWTEHET S

EHEFI4 EEFICLT. BEROTOMNVEBFeGaAl —MF | 45
AN/ D) HEEERMEERRE L, ZOBESHRMEOEEMMIEEIXIZ
BAEICEY, EASA M D) HA=90wt% 10wt %e&oz (M7
S8) .

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/SiO EBABHI0OWt% ./ 10wt%) OHAETMAKRAEAIHRAT
%,

EROFIRISAE>THRE L., ABFEROFeGaAl —MF I €454 b
SO NEEEET, 0~2, OmmiTER Lt 0% AT Ol
BeL, RISEE%Z635C, RISHBEZM 1 58RE (Y7 v TRRIG
ZRBLTHSE, 1 S5RERICEREL L) & LAEUAEERSIS &RikD
FETRIGHEBREERE L2, AENOMERMENIEERT7 ISR,

B7/&dFeGaAl —MF | /S i O, BE&FMEOCHIALREICS T D RIG
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[0108]

[0109]

[0110]

BEORHEIIDWTEELHLEBEDTHD, EREHISZEEELLTE565C—
585C—>635C&RE%LIFBICLAEN, RIGE{EXR, BRAL 71
VINE, EERINEEZEMEL, 635CTRIFLVINET 3, 3wt %,
JOELVIRER20. 5wt B%EDBWMERAL 71 VIRKREZER L. —
H. BFEBRINKIEI63I5CICEVWTEE., 5wt%THY., FILIFNAY
F—EOEEFRME (LBHI1) AW 6 5 CTORBHRICE T SE

(7. 3wt%, M2ZR) LYbHE<AQok, K>T. YVAHANNMVE
—EAWESRMEIZ. 600CABASZREVWRIGEE TEMAMMBICHEL
THEFBBEBREREMZDOOEWMERA L 71 VINKRE S5 X5 &M BRI N
720
(EHEHI9)

RIC, EfEFIODFeGaAl —-MF I EAS54h~ (Si/ (Fe+Ga
+A1) =121, 3) OEMRAEZHRAT S,

EHEFI1 EEICLT. NaBdFeGaA |l —MF I €454 MaAK
L7ce TOEF 4 MOTREIMKLIBHEAXIAEICEIY, S/ (F
e+Ga+Al)=121. 3, Fe/(Fe+Ga+Al) =0, 4, G
a/, (Fe+Ga+Al) =0. 3. Al / (Fe+Ga+Al) =0. 3
EkRkDLNT=,

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te /SiOEBELO0OWt% 10wt %) ORABAEZHRBPT 2,

EHEFI4 EEFICLT. BEROTOMNVEBFeGaAl —MF | 45
AN/ D) HEEERMEERRE L, ZOBESHRMEOEEMMIEEIXIZ
BAEICEY, EASA KM D) HA=90wt% " 10wt%e&i>or,

R, FeGaA Il —MF I E€F354 bV hiEEHKMIE (Zeo | i
te/SiO EBABHI0OWt% ./ 10wt%) OHAETMAKRAEAIHRAT
%,

EEOFIRICE>THABE L, ABEROFeGaA |l —MF I E454 b
SO NEEEET, 0~2, OmmiTER Lt 0% AT Ol
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[0111]

[0112]

[0113]

B& U, EEGI1~8 ERA—DORIGHEBREELFER L. MERIESE% 2.
OmL, £2F%#0. TMPa& L&LtT (MEDCKERXLERF1~8L&
) . FEDBRERMHICTH T, 00 OBRED n —AFH v EMD BRI
TR .

Step!l (RIGABE~W20085E) : RIGEEZ565C& L. n—
ANFHYDOLHSVET, Oh-1& L7,

Step?2 (RIGBEHBEN200BE~MW3 80MRE) : RINBES565
CHFEFFEL, n—AFHUYDLHSV%EZG6., Oh- & LTn—AFHU&
OREMFE%ZEE L,

Step3 (RIGEBENWS 8 OE~#54 OFE) : RIEES65T
DEFEL. n—AFHYDOLHSVES, Oh-'&ELTn—AFHIED
EARFE Z W L 7,

Step4d (RIGEBENWS 4 0E~#6 208 : RIEES 65T
DEFEL. n—AFHYDOLHSVE4, 5h-1&LTn—AFHIED
EARFE Z W L 7,

Stepb (RIGEBEENWG 20E~#H7 4 OBFE) : REES 70T
ICEF. n—AFHUOLHSVA4, 5h-"lREFLE,

Stepb (RIGEBENWT 4 OB~ 8 3 5MA) : REES80T
ICEF. n—AFHUOLHSVA4, 5h-"lREFLE,

Step7 (RIGEBEENWS 3 SE~H9 2 0AE) : REES85T
ICEF, n—AFHUOLHSVA4, 5h-1lRFLE,

Step8 (RIGEBHBEWI 20mE~M1, O0O0KME) : RIKEES9
BCICEF. n—AFHYDOLHSVEZ4, 5h-1ITREELE,

LREOBREFGTTRELZRE LK. —ERBEICERYORIRS L
AROORNTZ7 4 —9WETVD. MEHREORIELE RO, REB
DOFREEEEDRBEELERE (n —~AFHUDEERELIVTIFL VPRKRS
7OEL VIREROREEL) EF9 (n —AFH U OEILES LUBFERIK
IEKBRINEORBEL) ITRT,



WO 2016/017794 33 PCT/JP2015/071761

[0114]

[0115]

EfEfl4 ~ 8 TOMRERAS, LHSVH4, 5~7. 0h-' (RIKE
ElX5 6 5CICEARE) OEETIERTAEL VINEDETIETKENTHB T
& BLOPICRIGREDN 6 3 5 CREF TRFERINENMCIMALNS (
LHSVIZ6. Oh-"CERE) EWOIHMRAERBL, TIT. HFERER (ff
BED) LRI EETLIINLORERFEBEYICHEES & T,
ERNEDEREFI TCERTRETH DI I AR L, MESARILEREF4~8
THWEFeGaA |l —MF | /S i O, Ba@FMESE L. RIGFABRORME
BEEBRNENLYESIALONE L DI, RIGEEZ5 6 5CICEREL.
LHSVA7. Oh-"ICRRELTRGERB L. AEERE (RISEIEE) O
BFICEHLETCLHSVEIER7. 0-6. 0—4, 5 h-'&Fifa (3
REAER<T2) & THRIEREELITV. RISEREERE EiIFTFOEL VIR
REMBIERL, TORIE. LHSV%EZ4, 5h- " ICEAELT. RIGEE%
565C—>570C>580C—>5865C>595C&IEREIFRT&ETH
EigEETV., BRICRIDNEGLLEE EIFTIOEL vIREE#fESEE, &
NODORMREICEY., MEERIXT, 00 OB LFGIRETHD L
NHEREINZ (M8BLUHIBR) .

(EHEFI1 0)

RIS, EfEB1ODFeGaAl —MF I EAS54 K (Si/ (Fe+G
atAl) =31. 3) OEMRAEZHAT S,
aO4 4oy A58, 9g (Si0O, 30. 6wt%. Na,0 O,
4wt%, H,O 69. Owt%) . KBt YV L2, 25gHh5R5
AREAR. BMBETIVI=0L - nKFHYWO. 769, HEAY DL - nK
M#MO. 44 g, FHEESK - 9KAMO. 989, Btk > 7OELTVE
—oL4, 659, BHEKI187. 2ghHRBBREBRE LISAIEE
FEH1EEHEICLT. NaBldFeGaA |l —MF I €454 NEaAKLE
o COEFSA FOTREIEMRLIEEAXIFHEICELY., Si ./ (Fe+
Ga+Al) =31, 3, Fe/ (Fe+Ga+Al) =0. 4, Ga,/ (
FetGa+Al) =0. 3, Al/ (Fe+Ga+Al) =0, 3&%k®
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5Nz,

[0116] XIZ. FeGaA |l —MF I €454 b/ V) hEGHEME (Zeo | i
te / SiOEBLLE65Wt% 35wt %) OREELELZFHEAT 3,
FEROFIRISA>TAEXK LEMRRONaflFeGaA |l —MF | €45
A4 b PUAHBR TARAZBRWT., EWEHI3 EBAKROBEEICE > THRFE
- 1Fr%#L, HERO7OM VB FeGaA | —MF | E4514 k7
DY NEEHMEERER L, COESFMEOESEMIEHIE XIRAEIC
LY, EASA KM/ ") H=65wt% 35wt %&Ro7,

[0117] RIZ. FeGaA |l —MF I €454 b/ V) hEEGHEME (Zeo | i
te/ SiORALE65Wt% 35wt %) OMBEEARG EFIRAT
%,
EEOFIRICE>THABE L, ABEROFeGaA |l —MF I E454 b
SO NEEEET, 0~2, OmmiTER Lt 0% AT Ol
e L, RISKEZH4 588 (MU 7)) v JTERIGERBELTMS 2, 2
O. 28, 32, 44ERBICERELE) & LELUAIEERG 1 &RKOA
ETRIGEBREEML, Fa. RISFHKBENS SREMRBLLRRT—
BRIGHBEELEL. TROBRERGICTHEOBELE (A EAHTHL
e h—R Y ORERENIE) £ L,

[0118] Stepl:n—AFHYVERBORIGBANDOEKEELL. BERREFT
BRITEADAL L,
Step2:BRTHRINLER (BREEO. 5vol %) %2#67
NL/ "hDRETHMBLANS, MEBBREZR4ICHWT1O0O0CETHES
ek, 1RERFELE,

Step3 :BRTHRINLER (BRREO. 5vol %) %##67
NL/ "hDRETHMBLANS, BMEBBREZR4ICHWIS0CETHETS
ek, 1RERFELE,

Step4  :BRTHRINLER (BRREEO. 5vol %) %2#67
NL/ "hDRETHMBLANS, BMEBREZR4ICH450CETHETS
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[0119]

[0120]

[0121]

Tk, 2BBRFEL .

Stepb :BRTHMINAET (BFRE1. Ovo l%) 267
NL/ "hDRETHMBLANS, BMEBREZR4ICHWE0O0CETHET
%, 1 8FRBEEF LA,

Stepb:BRTHRMINLER (BRREE2. Ovol %) %##67
NL/ hDRETHIELANS, MEBREZ¥500CTIRERELE

Step7 :BRTHRINLER (BRREE2. Ovo l %) %##67
NL/ "hDRETHMBLANS, BMEBBREZR4ICHE 35 CETHETS
Tk, 2BBRFEL .

Step8:RMBAREMEBRICYEA %, MEBEOMBEZEFLELTE
BETEADAL L,

FEROMBERENELREL LK. ERMOY YT VTR (RE%ER
gmLTHhL2, 5, 20, 27, 44ERICERLE) DAIEZHIEIER—
DEUTICTRIGRBREBR L, B1 O MEMEE (n —~FH > D&t
E) ORFELZEZRLTWS,

AEMRGITIIMEOBEICDOVWTKRE Lz, AEBLICEVWTIR., RIGE
FHIE A F —LZFOFRFILEAE S, RIEKBERBOAEMEICHIE LT
W57, MEEEOLSEERIERNICH—RUVITEDOAEEZ T L,
®oT. HHELAH—RYEBRETHIEHETEEEEL, BYRLERD
ARETH D, TIT. MERGHABREZITV (AEEFTIIBBESKEIVE
B(Si/ (Fe+Ga+Al) =31, 3) 2BV ET. EEETH
EEMZETIEL) | EHETIAFERNINCRRT—BERIEZELL. £
EEDBIEAE (Step1~8) IA>THRINAET (BFRRE : O.
5~2. Ovo |l %) ###aL. h—RVEMERE L7,
BELBERICRBEBREBRALALE 23, RBELRE 1 EOEORGHR
ERRDBEREZLE>THR LA EAHUINEZLZD (M108K) . &
— Ry ORERFLENETNCAEINTVWD I EPERINL, #>T. &
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FERICLY, YA S —EHmFEEEILLLIEFeGaA |l —MF | £
4 HBZWEFe Al —MF | €454 hEBULREZETTHAWSZET
CRIEBWITOEL VERIBO TREBEHRIND & EHIC, EEMET
Uiz h — Ry ORMERELEBICLYBEIN, BYBRLERISTET
HDIENHEREINL,
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[55KIA1]

[553K1R2]

[553KIR3]

[553K1R4]

55 3KIR5]

[E53KIR6]

fa R D&

RIEKRERBEDNSERAL 74 Y EEET 2O DEEEMETH
27T,

AVILBLIUCURTLEIHZESUEEEICEBRENS8~1 208K
BEZETHERETIVI/ VU S— NTHBELT M4 bE. ZHE
BREASUIEERHHE T 2EE KM,

BB A 51 M.

BRELIVHIVVLZEUHEETIVI /) F—RTHY,

DO, ke AVILBELUTTILIZVLDELBHOMICHT 2%
DENBOMEBLEE LTOBBENAT75. 0~200. OTHY., &%
CHIIDLBETTILIZOLDELHOMIITTEHY DV LDEINL
BWOMALENO., 1~0. 4THY., & HUILBIUVTFILIZD
LDENBOFICH T D EILHROMEKLENO. 2~0. 6THD
T EERHET BEKRIE 1 ICEHOESHME,

AIEEEA 54 M, HKEBTHRBETILI /25— MTHY.,

BBELVCTILIZVLDOENLBOMICHT 2ERDEILHOMEKLL
ELTOBBEENATSE. 0~200. 0THY., #BLUVTILIZDY
LDOENBOFICH T D EIHROMKLENO. 4~0. 7THD
T EERHET BEKRIE 1 ICEHOESHME,

BIEEZE L ERDSEREN,. 5~50wt%THD I &aHE&
FTEHEREBE1~FRKE3IOWT I 1 HICEEHDOES KA,

EREINHASEREBELOWTNHD 1 BICEHOESERMEDOEES
ETH->T.

KBEEHRIIE, MMEIRE, 1A UoRMIREZSTIEE2FHET
2EEARMEORE A,

BISHRMIEIRRT. €454 MEZBILEZRDREN AR T B
I, TARAEEUCTINAYMKBRERAWS Z & E2RHET 55K
IS ICERBOEEHRMEDERESE,
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[553KIR7]

5 KIR8]

[553KIR9]

FERE1HMSHEREBEBLOVWTIAN 1 HEICEHOESEMBEEBWT
RACKRERDSE/RA L 71 VERETZEBAL 71 VOBES
ETH->T.

RIESESAAREIC, AIRRIEKERREREZ 1 5wt WU EEUTMAE
LTH#H#E L. AIRBKIEKRREREDOSBIRERA L 71 VEERT DR
5%530C~650CHEEMETENTIED & Z2HHETHE
WAL 74 v0EESE,

FERE1HMSHEREBEBLOVWTIAN 1 HEICEHOESEMBEEBWT
RACKRERDSE/RA L 71 VERETZEBAL 71 VOBES
ETH->T.

RIESESAAREIC, AIRRIEKERREREZ 1 5wt WU EEUTMAE
L CHE#E L. RIRRIEKRERORIGESAME & ORI 0.
08~1. OhTHDIIEERFHETIEBAL 71 > OEESE,

ERIBT7 EIFBERESICKREBDAL 71 VOEEHETHWLN
IEEERMED SITHRREMRBIRE T 2EERMEOBEEFETH
2T,

BIEESFMEBICREES A TERINAEZSEHBL. 1D, 4
50C~600CHEEMET., MERREMBRET S &2RHH
&I 2EERMEOEETIE,
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[E41]
LA 1 SEHEE 1 SRHER 2
A5 12 FeGaAl-MFI FeGaAl-MFI FeAl-MFI
BB BE(SU/(Fe+Ga+Al)) [mol/mol] 121.3 121.3 1203
FeDITHRTIARL (Fe/(Fe+Ga+Al) [mol/mol] 0.4 0.4 0.5
GaDTTREIVHEBI(Ga/(Fe+Ga+AD) fmol/mol] 0.3 0.3 0.0
AIDTTHETIERL(AY/(Fe+Ga+Al)) [mol/mol] 0.3 » 0.3 0.5
...... ﬁZﬁZlCﬁb\TélH’ VA — mm.P)bST UAn "":J.'JD
BASA b 11 V5 BB [wt%iwt %) 77123 74126 75725
[E2]
LB 1 EHEBY 1 EHEHI 2
EAS1 F/ EBBILWEES  FeGaAl-MFI/ALO, FeGaAl-MFI/SiO, FeAl-MFI/SiO,
PA S ~OBREBEE(SY(Fe+Ga+Al)) [molmol] 121.3 121.3 120.3
EASA b 1IN 5 —BEH [wi%iwt %] 77/23 74/ 26 75128
..... .m&m;ﬂg[:.cuﬁm [Mpa] ...5.;.5./0.1 e .......;65“) :
ARIRFEIRER [mL) 2.0 2.0 2.0
n-AFHVOLHSV [h] 5.0 4.5 45
............................ - -R..!?.::-./\#&;ﬁb& [wﬁ.m o P o
DT FL VI [wt%] 8.2 7.4 5.8
MPETOEL /RE [wt%] 18.1 153 138
(TOEL VRESINE [g-Cy= / g-zeolite * hY) (LY (0.81) 0.73)
_________ %ﬂ_ﬁ&ﬁé&ﬁftﬁkﬁl&& (wi%] 7.3 4.3 35
ARIESEED (h] 80 34'(.). . 3;4.)
J—DE R (wt%] 24.6 438 4.5
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[E43]
EHEH 3 e SRHER 4
23S B FeGaAl-MF1 FeGaAl-MF1 FeGaAl-MFI
BARE B (SI/(Fe+Ga+Al)) [mol/mol] 121.3 121.3 1213
FeMITRE VKL (Fe/(Fe+Ga+Al) [mol/mol] 0.4 0.4 0.4
GaDGRTIAEE(Ga/(Fe+Ga+Al)) [mol/mol] 0.3 0.3 0.3
AIDTTFRE IV (AV(Fe+Ga+Al)) {mol/mol] 0.3 0.3 0.3
m%.l:f%'l;l\rél\‘—r . oy — 5 'JJJ ..............
EASA k1181 5 —BEL [wt%/wt%] 68/32 74126 90/10
[E4]
EIEH 3 =G5 1 ES
PAS -/ &MBRIEMESH  FeGaAl-MFI/SIO, FeGaAl-MFI/SiO, FeGaAl-MFI/SiO,
BA S+ b+ OBSEEEE(SI/(Fe+Ga+Al)) [mol/mol] 121.3 121.3 1213
TASA k1IN V5 —REH [wt%/wt %] 68/32 74/26 90/10
................................. E m;ﬂg [“C]“/-EE".?J [MPa] .;65 /0.1 555 /o.i"“ 565/0.1
furrial (Y257 2ED (g 1.44 (0.98) 1.32 (0.98) 1.09 (0.98)
n-AFHOWHSV [h1] 6.0 6.0 6.0
""?IW n/\q:tryﬁfbmwt%l ................... P o .
BT F L /IR [wt%] 6.0 74 3.0
MPTOL L VIRE (wt%] 13.6 153 15.6
DHIFS B EIHE KRN [wt %) 2.5 4.3 4.6
ﬁm%ﬁ[h] 36 — 3 40 -
D—DHHE (wt%] 34 4.8 8.2
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[E5]

Yield of
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S O Propylene (C,H )' __ﬁ
1 36/
ttii{ﬁu A Ethylene (C;Hy))  —
o o O 0 00 O o o
A A A A AA A A
e i AA
10 20 30 40 50 60 70 80 % 100
e ”OWPVropylene (C;Hy) ""'
1 3%
% Bﬁﬁl A Ethylene (C;Hy)  —
© w © DD 0> oo WPz 1P
A M LA M DA M M M M A
50 100 150 200 250 300 350
O Propylene (C;Hy)
¥BE{§H4 A Ethylene (C,H,) —]
o® 0000 Q0000 a
i O
Am AAAAA AAAAA A
50 100 150 200 250 300 350 400 450 500

Time on stream [h]
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[E26]
M 4 G S EHEH 6 Gl 2
VA5 I/ SMEBHEYASHE  FeGaAl-MFI/SIO, FeGaAl-MFI/SiO, FeGaAl-MF1/Si0, FeGaAl-MFI/SiO,
T2 51 FOBBES/(Fe+Ga+Al)) [mol/mol] 121.3 121.3 1213 1213
..... AR Dbt IO B 3911 0/10
RAGIRE (°C1/ D [MPa] 565/0.1 565/ 0.1 565/0.1 565/0.1
PSS TEINR [mL] 2.0 20 20 2.0
n-AFHUOLHSV [h'] 45 6.0 70 15.0
HERESM (=1/LHSV) [h] 0.23 0.17 0.14 0.07
"mm T o e s e
PHTFL R (wit%] 8.0 68 64 4.1
MBTOLEL I [wt%] 156 152 15.1 107
M EERH LK U [wi %] 4.6 238 22 0.75
[E47]
EEHI S =HER 7 HEIEDI 8
251 b/ ERBRIEIDEEE FeGaAl-MFI / $i0, FeGaAl-MFI1/8i0,  FeGaAl-MF1/SiO,
A5+ FOBIBE(SY(Fe+GarAD) [mol/mol] 1213 1213 1213
A AMIA A= Tt O NI /10
RIGEE [C] 565 585 635
FE7 [MPa) 0.1 0.1 0.1
MIRFEINER [mL] 20 2.0 2.0
nAFHUOLHSY '] 6.0 6.0 6.0
- n/\:thytz‘sﬂ:m[wt%] oy P o
MR FL VIR (Wt %] 6.8 7.3 133
DT OZL /INE (wi%) 152 163 20.5
BT B R K IR [we ] 2.8 33 6.5
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(28]

Conversion of n-Cg [wt%]

[E49]

Conversion of n-C; [wt%]

60
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@ . H - T N H T 50
| ¢ S2ee \ R
L O Propylene(CyY) : e . ® 30
-— A Ethylene(C,%) : : ’..8 ‘a!!Q__

m’ O g"' () ] ; ; : 10
Mm ANABA , .
100 300 400 500 i 600 §7oo i o800 : 90§ 1000
: l 'Tlme on streﬁm [h] | - §
Temp. 565 [°C] (Constant) Temp. 570 — 580 — 585 — 595 [°C]
LHSV 7.0 - 6.0 — 5.0 — 4.5 {h1] LHSV 4.5 [h!] (Constant)

Catalyst; FeGaAl-MFL/Si0,(S1/(Fe+Ga+Al)=121.3), Zeolite/Si0, =90 wt%/10 wt%
Reaction conditions; Temp.: 565-595°C, Press.: 0.1 MPa, Cat. vol.: 2.0 cc, LHSV of n-C¢: 4.5-7.0 b'!
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100 200 300 43)0 500 E 600 (760 1 800 : 90¢ 1000
[ ETime on streém [h] I §
Temp. 565 [°C] (Constant) Temp. 570 — 580 — 585 — 5935 [°C]
LHSV 7.0 — 6.0 — 5.0 — 4.5 [h!] LHSYV 4.5 {h"!] (Constant)

Catalyst; FeGaAl-MFI/SiO,(Si/(Fe+Ga+Al)=121.3), Zeolite/Si0, =90 wt%/10 wt%
Reaction conditions; Temp.: 565-595°C, Press.: 0.1 MPa, Cat. vol.: 2.0 cc, LHSV of #-C,: 4.5-7.0 b

& Cy= [Wt%]

Yield of C,

Yield of aromatics [wt%]
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[E10]

Conversion of n-hexane [wt%]
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S eeeceessesnasenssusresseramsEenssRRTEaSEIaRSIteneRntrenOEer >
40
| BIRDEIC LB — M - IREBRIC
| RAGIERFEE ;
20 3 —_—
0 * : 1 ch A + 1 L a " 3 N i N
0 20 40 60 80 100

Time on stream [h]

Catalyst; FeGaAl-MFI*/Si0,, Zeolite/Si0,=65 wt%/35 wt%
*Si/(Fe+Ga+Al)=31.3, Fe/(Fe+Ga+Al)=0.4, Ga/(Fe+Ga+Al=0.3, AV(Fe+Ga+Al)=0.3
Reaction conditions; Temperature: 565°C, Pressure: 0.1 MPa, Catalyst volume: 2.0 cc, LHSV of n-C: 4.5 h!
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