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XMMNA

BBICOKOCEJEKTUBHBIE Co-IEOIUTHBIE KATA/IN3ATOPDbI
CUHTE3A N30ITAPA®PNHOB N3 CO 1 H,
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ITonyuyenune yrnesopoponos u3 CO u H, (cunres
dumepa—Tpormnia) B HacTosIIee BpeMsl paccMaTpu-
BAIOT KaK OfIMH U3 aJbTePHATUBHBIX NICTOYHUKOB yT-
nesBopoponoB [1, 2]. Ha ko0anbTOBBIX KaTalanu3aTo-
pax u3 CO u H, o6pasyeTcs mmpokas yrieBogopoy-
Hasg paknms, cofepKamas MPEeuMYIIeCTBEHHO
napaduHbl HOpMaIbHOTO cTpoeHnd [3, 4]. [Ipumene-
HUe OM(PYHKINOHANBHBIX METAIII-IIEOIUTHBIX KaTa-
JU3aTOPOB MO3BOJISIET YBEJIMYHUTH BBIXOJ HM30mHapa-
¢unoB. Tak, Ha KaTanu3aTopax, IPUTOTOBIECHHbBIX
METOJIOM BIIa>KHOT'O CMelIeHNs KapOoHaTa KOGaabTa
U NEHTACUJIOB, 00pa3ylOTCs YIIIEBOJOPONBI C COAEp-
>kaHueM u3onapaduHoB o 44%. Ilpu atom Gonee
60 mac. % yrieBomopoOfOB MPUXOAMWIOCH Ha (pak-
o Co—Cyy [5].

Hamu npepnoxeHbl BbICOKOCENEKTHBHbIE KO-
0anbT-IeONUTHbIE KaTajlu3aTopbl cUHTe3a Pure-
pa—Tpomnia, no3Bossitonye B MATKUX yciaoBusix (P =
=0.1 MIla, T=200-210°C) cunTe3upoBaTh ¢ BbICOKOI
CEJIEKTUBHOCTBIO YIIIEBOJOPOAbl OEH3MHOBOU (Ppak-
IIUH C cofiepsKaHneM B HIX n3onapadmaoB a0 80%.

KaranuzaTopbl TOTOBWIM MPONUTKON CHAHTETH-
yeckux 1eonuToB Y u ZSM-5 (mpousBopctso CIIA)
BOJHBIM PACTBOPOM HUTpaTa KobanabTa. XapakTepu-
CTUKHU LICOJUTOB IpuBeAecHbI B Tabn. 1. IIpuroros-
JIEHHbIE Ha WX OCHOBE KaTaJIu3aTOphbl 0003HAYEHBI
nanee kak I, II u III. KaTanurnyeckue skcrnepumeH-
THI IPOBOJWIIN B TPOTOYHON YCTAHOBKE MPH CIEYIO-
IUX YCIOBUSAX: cMHTe3-ra3 cocraBa CO : H, = 1:2
(Mo11.), 06 beMHast cKOpocTh mogaun 100 a!, maBie-
aue 0.1 MIla, Temnepatypa 160-220°C. Ilepen mc-
MbITaHNEM KaTalu3aTOPbl BOCCTAHABIMBAIN B TOKE
Bogopona npu 450°C.

HcnblTanns nokasand, YTO aKTUBHOCTD M CeJeK-
THBHOCTH UCCIICOBAHHBIX OOpA3I0B C OUHAKOBBIM
cofiep’KaHMeM METaJNIMYEeCKOro KobaibTa 3HAa4H-
TenbHO pasnnyanuck. [Ipu Temnepatype 200°C KoH-
Bepcust CO cHmkanacek B psay 11 > 1> II1. B aTom ke
PSIly CHUKAJUCH BBIXO] yriaeBofoponos Cs, U celek-
TUBHOCTBb MO HUM (Tabu. 2). Kak BUHO U3 moyydeH-
HBIX IaHHBIX, IPOU3BOAUTENBHOCTD MO KUAKUAM YI-

Hrcmumym opeanunecxoti xumuu um. H./[. Seaurckozo
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JeBofiopofaM HauboJee aKTUBHOIO KOHTAaKTa IMpU-
MEpHO BJIBO€ TMpEBBIMIAJa MPOU3BOAUTEIHLHOCTD
HaVMeHee aKTUBHOTO. B TO »Ke Bpemsi BBIXOJI MEeTaHa
ObUI MPUMEPHO OMHAKOB Ha BCEX TPEX KOHTAKTaX U
cocrasnsin 18-20 r/m® npu Temneparype 200°C. Ta-
KUM 00pa3oM, MpUpPoja EONNTa OKa3bIBAET 3HAUM-
TEJbHOE BIIUSHUE HA MPOTEKaHUE THAPONOINMEPU-
3agquu CO u Malo BAUSIET HA METAaHUPOBAHUE. DTO
CBUJIETEIBCTBYET 00 YYaCTUH HOCUTEIS B Mpolecce
pocra yraeBopopoaHoii nenu [3]. Hanportus, npsimoe
rugpupoBanne CO OCyIIECTBISETCS TpeuMylie-
CTBEHHO Ha KPUCTAILNINTAX METANIIINIECKOr0 KOGab-
Ta ¥ MaJio YyBCTBUTEJILHO K IPUPOJIE€ HOCUTEJIS.

Temmnepatypa 200°C 6blu1a ONTUMATBLHON 7151 Ka-
tanuzatopoB I u I, T.e. mpu aTo Temmeparype f0-
CTHUTrajy HauOOJIBIIETO BHIXO/A LEIEBbIX XXUAKHUX YT-
JeBOlopofoB. [ HauMeHee aKTHBHOI'O KOHTAaKTa
III ontumanwsHas temnepatypa 210°C, koHBepcus
CO Ha Hell cocTtaBuia 45%. I1pu aroi Temnepartype
BBIXOJ] MeTaHa Bo3poc o 30 r/m? (Tadu. 2).

Huskyro aktuBHOCTh Katanuzatopa III mMoxHO
OO'BSICHUTH HAMMEHBIIINM B PSITy UCCIETOBAaHHBIX 00-
Pa3oB yAeAbHbIM 00EMOM NOP COOTBETCTBYIOLIE-
ro sHocurens (Tabi. 1) 1 HaUMEHbIIIEH aKTUBHOM II0-
BEPXHOCTHIO METAIIINIECKOT0 KOOAIbTA O JaHHBIM
KHUCIIOPOAHOTO TUTpoBaHus [6] (Tabu. 3).

3asucumoctb KoHBepcur CO OT cTeneHu BOCCTa-
HoBieHust Co B oOpa3inax (1o JaHHBIM KUCIOPOIHOTO

Taoauna 1. ®Pu3nKo-XUMUYECKHE CBOICTBA I[EOJIMTOB

Karanusarop
ITapameTp
| 1I III

Tun yeonura Y Y ZSM-5
VenbHbli 06beM Mop, cM>/r 034| 034]| 0.18
IMosepxHocTh 10 BAT M%/r 760 786 414
Si0,, Mac. % 72.84 | 67.6 93.25
Al,O3, mac. % 2195 | 20 6.04
Si0,/Al,05 (MONBH.) 5.65 5.75| 524
Oxcupbl pefKux 3eMellb, Mac. % - 8.33 0.01
Na, mac. % 3.79 — 0.08
CreneHb KpUCTAIUYHOCTH, % | 75 100 90-95

486



BBICOKOCEJIEKTMBHBIE Co-LIEOJIMTHBIE KATAJIN3ATOPBI

487

Tab6anna 2. AKTUBHOCTbH KOOAIBT-IIEONUTHBIX KaTalu3aTOPOB B cUHTe3e yrieBopgopoaos u3 CO u H,. P = 0.1 MIIa.
O6mbemuas ckopocTh 100 u™!

3
° Konsepcus Borxop, r/m CeneKTUBHOCTh
Karanuszatop T, °C CO. % C 7
, /0 CH4 CZ—C4 C5+ Cl " 1mo Cs,, MOJIBH. 70
| 200%* 42 18 8 66 1 73
I 200* 50 20 10 79 3 74
I 200 30 18 13 37 1 60
I 210%* 45 30 18 54 2 58
* OnTuManbHasl TeMIepaTypa CHHTE3a.
Taomnmma 3. OPU3NKO-XUMIYECKHE CBOMICTBA BOCCTAHOBIIEHHBIX KOOANBT-IIEOTUTHBIX KaTaINn3aTOPOB
K CreneHb BOCCTAaHOB- | AKTHBHas MOBEPX- Cpennuii fuaMeTp Xemocopouust NH;,
aTanus3aTop 2 0
nenns Co, % "ocths Co, M7/ kpucramnutoB Co’, MMOJIb/T
1 69.1 9.36 93 3.68 (5.70)
I 93.1 8.32 141 1.77 (5.38)
1T 40.6 6.16 83 2.42 (5.59)

IIpumeuanne. B ckoO6kax copouus NH3 Ha uncToM HOCcnTENE.

TATPOBaHUs) MpaKTUYECKH JuHeHa (puc. 1). Ito co-
OTBETCTBYET HAIIMM IIPEJICTABICHUSIM O MEXaHU3ME
polecca, COrlacHO KOTOPbIM IIEPBUYHBIM aKTOM pe-
akuuu sinsiercst apcopOuust CO Ha kpucramurax Co’
unu Co® [3]. Bblcokasi BOCCTaHABIMBAEMOCThL 00pa3-
na II oOwsAcHsIeTCs, MO-BUAUMOMY, NPUCYTCTBUEM B
€ro COCTaBe OKCHIOB PEAKO3EMETIbHBIX METAIIIOB [7].

Haubonee nHTEpPECHON OCOOEHHOCTBHIO paccMar-
pUBaEMbIX KaTajlu3aTOPOB SBISETCA INPaKTHYECKH
MIOJTHOE OTCYTCTBHE B MPOYKTaX CHHTE3a YIJIEBOMIO-
ponHoit ppakuuu C,;, 1 BBICOKOE cofep>KaHNE B HUX
uzonapacpunos. IIpeobnanarouieit sipnsieTcss OeH3U-
HoBas ¢pakmus Cs—C,,, copaepKaHne KOTOPOH CO-
craBisieT 96-98% oT OOIIEro KOJMYECTBa KUIKUX
yriieBofpopooB (Tab. 2). CiaegyeT OTMETUTD, UTO HA
AHAJIOTUYHBIX IO IPUTOTOBICHUIO KOHTAKTax Ha
TpaguoHHbIX HOcuTensax Y-Al,Os;, SiO, B Tex ke

Kongepcus CO, %

60 -
II
40 - I
III
20 1 1 |
40 60 80 100
RCo’ %

Puc. 1. 3aBucumocts koHBepcun CO npu T = 200°C ot
CTENeHU BOCCTaHOBJICHHST KOOANbTa.
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yeaoBusix ppakuuu C;,—C,g mopsiaka 33-38% ot 006-
LIETO KOJMYECTBA XKUKUX YTIIEBOAOPOAOB [2, 3, 8].

B ornmume OT TpajUMIMOHHBIX KaTalu3aTOPOB
cunTe3a Pumepa—Tpomnina, U3ydeHHbIE KOHTAKThI
001a[Iatf0T MCKIIOYUTEIBHO BBICOKON M30MEpPHU3YIO-
et cnocobHocteio. Copiepkanne n3onapagruHOB B
SKUIKUX YIJIEBOJOPOMiax YBEJIMYUBAETCS B PARY
II (65%) < III (69%) <1 (81%). Conep:kaHue n3omapa-
(puHOB B y3KUX (ppaknusx, 0 XxpoMaTorpapuyecKum
[aHHBIM, TOCTUTAaeT HAaUOOJBIINX 3HAYSHNN JIS YIile-
BopiopofoB Cg—C,,. M3omepusyromasi ciocoOHOCTh
KOHTAaKTOB OKa3ajach NPONOPLUUOHATIBLHON oOO0men

CopepxaHnue usonapaguHos, %
85

80

75

70

II
65

60 1 1 |
1 2 3 4
Xemocopouust NH;, Mmons/r

Puc. 2. 3aBucuMocTs cofiep>KaHus n3onapapuHoB B Ka-
Taau3aTe OT OOLIEN KUCIOTHOCTH MOBEPXHOCTH KaTaJlHl-
3aTOPOB.
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KHUCIIOTHOCTH KaTallu3aTOPOB, ONPEIeTICHHOM 110 00'b-
€My XeMOCOpOMPOBAHHOIO aMMuaka (Taoun. 3, puc. 2).

Takum 00pa3oM, yCTaHOBJIEHO, YTO HOBBIE OW-
(pyHKIMOHATBbHBIE KaTaJIN3aTOPbl CHHTE3a YIIIEBOO-
ponos n3 CO u H, xapakTepu3yroTcs BICOKOH CENeK-
THUBHOCTBIO B OTHOIIEHUM OOpa30BaHMUs OCH3MHOBOU
¢pakiu ¥ BBICOKOH WH30MEpU3YIOLIEN CIIOCOGHO-
CTBIO. DTU KOHTAKThI IIO3BOJISIIOT CUHTE3UPOBATD YT-
JIEBOIOPOABLI OEH3MHOBOH (PpakIMy C COlepsKaHuEM
n3omnapaguHoB 65-81%, npuyeM apoMaTHYECKHE YI-
J€BOAOPOAL], O fJaHHbIM AMP, B kKaTanuzare oTcyT-
CTBYIOT. 110 CEJIEKTHBHOCTH B OTHOIICHUN OEH3WHO-
BOW (ppakuud U M30OMEPHU3YIOMIEH CIOCOOHOCTH 3TH
KaTaJu3aTOpbl 3HAYMTEIBHO NMPEBOCXOMST OIM3KHE
IO COCTaBY, HO IPUIOTOBJICHHBIE METOIOM BIIa’KHOTO
CMellIeHns] KOOaNbT-IIEONINTHBIE KaTanu3aTopsl [3].

ABTOpBI BbIpaxaroT OnarogapHocts U.B. Mu-
LIMHY 33 peHTreHorpaguieckoe ucciaejoBaHue 1eo-
nutoB u I1T.A. 3apoBHOMY 3a yyacTue B IPOBEJCHUN
SKCIEpUMEHTA.
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