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Annomayus. Jle3akTuBanys LEOJMTOB B Ipolecce TpaHchopManmu MeTaHola B
YIJIEBOJIOPOABI TIPENCTaBIsACT COOOM CIOKHBIM XUMHUYECKHHM MPOIECC, BKIIOYAIONIUNA B CeOs
o0paTuMyl0 U HEOOpaTUMYIO Jerpajalliio aKTUBHBIX IEHTpoB. HeoOparumas pe3akTuBaIus
KaTajau3aropa CBs3aHa C Jerpajanueldl akTUBHBIX IIEHTPOB MPHU IIUTENLHOM (YHKIIMOHUPOBAHUU
IIOCJIEIHUX B YCJIOBHAX BBICOKOTEMIIEPATYPHOI'O BO3JAEHCTBHS BOJSHOTO I1apa, OJHOIO U3 OCHOBHBIX
poAyKToB peakuuu. OOpa3zoBaHHe OTIOKEHUM yIiiepoAa Ha MOBEPXHOCTU KaTajlu3aTopa sBIsSeTCS
OCHOBHOM MPUYMHON 0OpaTuMoil nezaktuBanuu. OOpa3oBaHHe yriepoaa MOXKET MPOUCXOANUTh Kak
B IIOJIOCTSIX KaHAJIOB IIEOJIUTOB, YTO OOBIYHO MPUBOAUT K U3MEHEHHIO CEJIEKTUBHOCTH IpoIiecca 1o
JIETKUM YTJIEBOIOPOJiaM, TaK M B MECTaX COECAMHEHUS KaHAJIOB, YTO MPUBOAUT K OJIOKUPOBKE MOP U
YMEHBIIECHUIO aKTUBHOCTH Karanu3aropa. Kpome Toro, ocaxacHue ymiepona MOXKET MPOU30UTH
HEINOCPEACTBEHHO Ha aKTUBHOM LIEHTPE LIEOJINTA, YTO TAKKE CHMIKAET aKTUBHOCTBH KaTalu3aropa.
HccnenoBanue CKOPOCTH JE€3aKTHBALIMA CUHTE3UPOBAHHBIX KATAIUTUYECKUX CHCTEM OT BPEMEHHU
MIPOM3BOAMIIACH B TpPyOuaTOl pEakTOPHOW YCTAaHOBKE HEMPEPBHIBHOTO AECWCTBUSA, COCTOSIIEH M3
peakTopa MoJlyuyeHus: TUMETHIIOBOTO 3pHpa U peakropa TpaHCHOopMaluu TUMETHIOBOro 3dupa B
yniieBozoponbl. OnpeneneHue KHHETHYECKUX 3aKOHOMEPHOCTEN Ipoliecca 1e€3aKTUBALMK 1IE0JINTa
H-ZSM-5 mno3BosiseT ajgeKkBaTHO ONUCaTh pEaJbHOE IMPOTEKAHME IIpoliecca KaTaluTU4YEeCKON
TpaHchopMalMi MeTaHOla B YyIieBoAopoAbl. B pesynbrare pemenus auddepeHnuanbHbIX
YpaBHEHUH J€3aKTUBALlMU KaTalnu3aTopa YUCICHHBIMH METOJIaMU MOJTY4YEeHbl 3HAUE€HUSI KOHCTAHT U
JHeprui axktuBalui. Ha oCHOBe 3HaueHUN MNPEIIKCHOHEHUHUAIBHBIX MHOXKHUTEIEHM W SHEPrum
aKTMBallMM ObUIa ONpeneieHa ONTUManbHas oONacTh YCIOBUM TpOBENEHHs Ipoliecca
KaTaJIUTUYECKOW TpaHC(OopMalMyd METaHOJla B YIVIEBOAOPOABI, oOecredyuBaroliasi MUHUMAIbHYIO
CKOPOCTb JI€3aKTUBALMK KaTanu3aropa, Posw = 1 atm., W (MeTaHona) = 2,3 kr (MeTaHousa) / (Kr (kar)
x q), t=330-360 °C, uTO KOppEIUPYET C pe3yabTaTaMM JUTEPaTypHBIX JAHHBIX MO TpaHc(opMaIu
MeTaHoua Ha neonute tuna H-ZSM-5.
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Abstract. Zeolite deactivation during the methanol transformation into hydrocarbons is a
complex chemical process that includes reversible and irreversible degradation of active sites. The
irreversible deactivation of the catalyst is associated with the degradation of active sites during
long-term functioning of the zeolite under high-temperature exposure conditions of to water vapor
as one of the main reaction products. The carbon deposits formation on the catalyst surface is the
main cause of reversible deactivation. The formation of carbon can occur both in the cavities of the
zeolites channels, which usually leads to a change in the selectivity of the process for light
hydrocarbons, and at the junctions of the channels, which leads to pores blockage and a decrease in
the activity of the catalyst. In addition, carbon deposition can occur directly on the active site of the
zeolite, which also reduces the activity of the catalyst. The study of the synthesized catalytic
systems deactivation rate to process time correlation was carried out in a tubular reactor installation
of continuous operation, consisting of a reactor for producing dimethyl ether and a reactor for
transformation of dimethyl ether into hydrocarbons. Determination of the kinetic regularities of the
deactivation process of zeolite H-ZSM-5 makes it possible to adequately describe the actual course
of the catalytic transformation of methanol into hydrocarbons. As a result of solving the differential
equations of catalyst deactivation by numerical methods, the values of the preexponential factors
and activation energies were obtained. Base on the values of the preexponential factors and
activation energies, the methanol into hydrocarbons conditions range optimal for the catalytic
transformation was determined, providing the minimum rate of catalyst deactivation, Pl = 1 Bar,
W (methanol) = 2.3 kg (methanol) / (kg (cat) x h), t =330-360 °C, which correlates with the results
of the literature data on the transformation of methanol into zeolite of the H-ZSM-5 type.

Knouesvle cnosa: meranon, TpanchopMaiiusi, Karaausarop, neosmt, H-ZSM-5.
Keywords: methanol, transformation, catalyst, zeolite, H-ZSM-5.

Beeoenue

JlezakTuBalus 1IEOJIUTOB B TMpoliecce TpaHCHOpMallMd METaHOJA B YIIEBOAOPOABI SBISETCS
OITHOW M3 Hamboyiee OCTPHIX MPOOIEM ITOTO CIOcoOa MOMYUYeHHs YIIEBOJOPOIOB. Jle3aKTHBAIIIO
KaTalm3aTopa MOXKHO pa3/elNTh Ha a) HeOOpaTMMYIO JIe3aKTHUBAIMIO IICOJINTA, CBSI3aHHYIO C
Jerpajanyell akTHBHBIX IIEHTPOB IIE0JIUTA B TIPOIecce TpaHC(HOpMAIMA METaHOJIa B YITICBOJIOPOIBI,
0) oOpaTuMyI0 J€3aKTUBALIMIO YIJIEBOAOPOAOB, OOYCIOBIEHHYIO OTJIOXKEHHEM YIiepoia Ha
MOBEPXHOCTH KaTalau3aropa B mpolecce TpaHcGopMaluu MeTaHoJa B YITIEBOAOPOIbI.

a) Heobpamumas dezaxmueayus

HeoOparnmast te3akThBamms Karajiu3aTtopa CBs3aHA ¢ JIeTpajalfeid aKTHBHBIX IIEHTPOB MPHU
JUTUTETHHOM (PYHKIMOHUPOBAHUH MOCJIETHUX B YCJIOBHUSX BBICOKOTEMIIEPATYpPHOTO BO3AEHUCTBUS
BOJISHOTO Tapa, OJHOTO W3 OCHOBHBIX MPOAYKTOB pPEaKIMH, YTO B CBOIO OYepelb MPUBOIUT K
BBIMBIBAHUIO KPEMHHUS U altfOMUHUS [1—4] ¢ TOBEpXHOCTH 1IEOIUTA, B PE3YJIHTATE YETO U3MEHSIETCS
KOJIMYECTBO W CHJIa KHUCJIOTHBIX TeHTpoB [5]. Kpome Toro, omHMM W3 BO3MOXKHBIX gentq
JIe3aKTUBALIMM II€OJIUTA MOXKET SBISATHCA OOpa3oBaHUE KAapOWJIOB KPEMHHsI U aJlOMUHUS HE
aKTUBHBIX B TIpoliecce TpaHchopMaIui MeTaHoJa B YIIeBOAOPOAbl. B 000uX ciydasx MpOUCXOIUT
YMEHBIIICHNE YHCIIa ¥ CHJIBI aKTUBHBIX IIEHTPOB [5].

6) Obpamumas 0e3aKmusayusi.

OOpazoBaHue OTIOKEHUH YITiepo/a Ha TOBEPXHOCTH KaTalu3aropa sBISETCS OCHOBHOMN
MIPUYMHON 00paTUMON JIe3aKTUBALIMHU IIEOTUTOB [6—7]. OOpazoBaHue yIriepoia MOKET MPOUCXOAUTh
KaK B TOJIOCTSAX KAaHAJIOB I[COJTUTOB, YTO OOBIYHO MPUBOIUT K U3MEHEHHIO CEJICKTUBHOCTH TIpoIecca
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IO JIETKUM YTIEBOOPOJaM, TaK M B MECTaX COCTUHEHHS KaHAJIOB, YTO MPUBOIUT K OJOKHPOBKE TIOP
U YMEHBUICHUIO aKTHUBHOCTH Kartaiu3aropa [8—9]. Kpome Toro, ocaxiaeHue yriaepoaa MOXKET
MIPOM30UTH HEMOCPEICTBEHHO HA AKTUBHOM IEHTPE IEOJUTa, YTO TAKXKE CHIKAET aKTHUBHOCTH
Karanuzaropa [9—-11].

Yder [e3akTHBAIMM KaTaliu3aropa B KHHETUYECKMX MOJCNSAX TNPEACTaBIsACT CO0O0M
JOCTaTOYHO CIOXKHYIO 33/1a4y, CBSI3aHHYIO C OTCYTCTBHEM Y4eTa MeXaHH3Ma J1e3aKTHBAIIH.

Tak B pabote [12], st yueTa Ae3aKTHBAIMK KaTaau3aTopa, ObLI BBEACH KOA(PGHUIMEHT B Ha
KOTOPBIH MOMHOXAETCSI CKOPOCTh PEeaKIUil 1151 KICXOIHOTO KaTanuzaropa (1).

1 = TP (1)

rne 1; — JSHCTBUTENBHAs CKOPOCTh Ipollecca, Tjy — CKOPOCTh IMpOIecca Uil UCXOIHOTO
KaTaim3aropa, § — Kod(pUIMEHT 1e3aKTUBAIIMH KaTalIn3aTopa.

B cBoto ouepens KOApGHUIHMEHT Ae3aKTHBALIMN MOXKET OBITh pa3/elieH Ha JIBE COCTABIISIOIINE
o u f. Koapdunuent o — siBisercs kodpHUIMEHTOM HEOOpaTUMOM JAe3aKTHBAIIMN KaTaau3aTropa,
KOTOpasi CBs3aHa C Jerpajalnueil akTUBHBIX IICHTPOB B OCHOBHOM MOTEpEH aFOMUHMSI B TIPOIIECCE
KaTaIUTHIeCKO Tpanchopmamun wmeranona. Kosdoumument f — sBusercs KodpPUIHEHTOM
00paTUMOH J1e3aKTUBAIIMH KaTalIn3aTopa, KOTOpas CBsi3aHa ¢ 00pa30BaHHEM OTIIOKEHHUH yriepona
B Mopax KaTtanmu3atopa. [Ipy 3TOM aKTHBHOCTh HAyTJICPOKEHHOTO KaTallu3aTopa MOXET ObITh
BOCCTAHOBJICHA ITyTEM €r0 OT)KHUTa B TOKE KHCJIOpO/Ia WK Bo3ayxa (2).

p=af )

rae f — xodhdUIHMEHT Ie3aKTUBAIlMU KaTajiu3atopa, o — Kod(DHuImeHT HeoOpaTuMoun
NIe3aKTUBAIMU KaTajau3aTopa, f — K03 PUIIMECHTOM 00paTUMOH JIe3aKTUBAITNH KaTalln3aTopa

Jiia ko3 duirienta HeoOpaTUMON J1e3aKTHBAIMK ObUIO BBIBEJICHO ypaBHEHHE 3aBUCHMOCTHU
€ro U3MEHEHUs OT TemrepaTypsl (3).

da _Eq 3
a7 = Kaoe RTa™;m > 1 3

da <
rae E — HU3MCHCHHUC KOB(I)(i)I/II_[I/ICHTa H€O6paTI/IMOI/I JAC3aKTHUBAIIUU OT BPCEMCHHU, Ea —

KaXyllascs Heprusi HeoOpaTUMOM Jie3aKTHBALMK KaTaau3aTopa, K,q — MpeadKCIIOHeHIUAIbHBIN
MHOXHTEb, R — Ta3oBas mocTtosiHHast, T — Temreparypa IpoTeKaHus Iporecca, M — MOPSI0K
peaKIuy HeoOpaTHMOH JIe3aKTUBAIMH KaTaIn3aTopa.
IToTepst akTHUBHOCTH B CBSI3M ¢ 00pa30oBaHUEM CJIOS yIiiepoJia Ha MOBEPXHOCTHU KaTajau3aTopa
MOeT ObITh BeIpaxkeHa Popmyioii 4.
df 4)

—=—-KfHn>1
dt B

d .
r):[ed—{— — wu3MeHeHue KodpduuueHta oOpaTMMON J€3aKTHBAlMK OT BpeMeHH, K; —

KOHCTaHTa CKOPOCTH 0Opa30BaHMsI yriepo/ia Ha MOBEPXHOCTH KarajauzaTopa, f — KOo3ppHUIHeHT
NIe3aKTUBAllUK KaTajau3aTopa, N — MOPSJIOK peakiuu 00pa3oBaHUS YIJIepoJa Ha MOBEPXHOCTU
KaTajau3aropa.

OObenuHsAs ypaBHEHHMs Ui OoOpaTMMOl M HeoOpaTMMOW [e3aKTHUBAIlMM KaTalau3aTropa
HOJTydaeM ypaBHEHHE JUISl OTIpeIeTICHUsI O0IIel CKOPOCTH JIe3aKTHBAIINK KaTain3aTtopa (5).
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dp ®)
— -2
2 = ol-Kp" - K 2p)
rae o — Ko3h HUIMECHTOM HEOOPATHMMOW J1e3aKTHUBAIMKM KaTajau3aropa, Kf — KOHCTaHTa

CKOPOCTH 00pa3oBaHus yriepojia Ha MOBEPXHOCTH KaTanuzaropa, K, — KOHCTaHTa HeoOpaTUMOn
Ne3aKTUBAIIMHU [[E0JTUTA, M — TOPSAO0K PEaKiyu HeOOpaTUMO JIe3aKTHBAIMH KaTallu3aTopa.

[IpencraBieHHbIE CIMOCOOBI y4eTa JE3aKTUBAIIMU SIBISIOTCS YACTHBIMH M HE YYHUTHIBAIOT
MEXaHM3M NpPOTEKaHus Ie3aKTHUBALlUM, B CBSI3W C 4YeM, pa3paboTka Oojiee TOYHBIX MOJENei
NIe3aKTUBALIUU SIBJISIETCS aKTyaJbHOM 3a/1a4eil.

Mamepuan u memoOowvt ucciedo8anus
B skcnepumenTax ucnonb3oBaics neosmt tuna H-ZSM-5 (HKC, Hong-Kong) B HarpueBoi
dbopme. s mepeBoaa meonuTa B KUCIOTHYIO (Gopmy 20 r meonurta momemanuck B 250 mn 1M
pactBopa NH4Cl wu mnepememmBanuch B TedeHHE 4 4YacoB, IOCIE€ YEro MPOBOIMIOCH
uenrpudyruposanue npu 4000 o6/mMuH B Teyenue 15 muHyT. Ocagok NpoMbIBajicCS TPH pasa
JUCTUIUIMPOBaHHOM BogoW u cymwics npu 105 °C u xanpuunupoBanu npu 700 °C B TeyeHue
6 yaco. lccrnenoBanue CKOPOCTH J1€3aKTHBAIlMM CHUHTE3UPOBAHHBIX KATAIUTUYECKUX CHUCTEM
IIPOM3BOAMIIACH B TPyOUaToil pEaKkTOPHOW YCTAaHOBKE HENPEPHIBHOIO JAEUCTBUSI, COCTOSILEH
peaxTopa MoMy4YeHHs IUMETHIIOBOTO 3(pupa M peakTopa TpaHCHOpPMALUU AMMETHIIOBOTO 3(Hpa B
yriieBoiopoibl. B peaktope Tpancopmanuu MeTaHoda B AUMETUIIOBBINA 3¢up nmomemanocs 10,2 T
OKCH/JIa AJIFOMHHHUS B KaU€CTBE KaTalau3aropa, B peakTop CUHTEe3a YIJIeBOAOPOOB IMOMeIaioch 6,3 r
uccaeayeMbIX Kartanu3atopoB. Peaktoper  morpeBasich a0 320-370 °C  CkopocTh momayu
numetmiioBoro 3dupa (IAMD) nognepxkuBanack Ha ypoBre 0,1-4,2 r (IAMD) / (r (Kar)xu). Anamus
MPOAYKTOB pEaKIMK MPOBOAUIM METOJOM Ta30BOM Xpomartorpaduu ¢ UCHOIH30BAHHEM Ta30BOIO
xpomarorpada Kpucrtamnn-2000 (Poccusi, XpomaTrdk), OCHAIIEHHOTO IJIAMEHHO HOHU3AIHMOHHBIM
JNETEKTOPOM M JETEKTOpPOM MO TeIuIonpoBOoIHOCTH. KosnuecTBO 00pa3yrommxcss KHIKHX

YIJIEBOOPOIOB TAKKE OIPENEISIIOCH TPABUMETPUUECKUM METOJIOM.

Pesynomamot u o6cysrcoenue
Herpananus BbpeHCTEOBCKUX KUCIOTHBIX LIEHTPOB MpU MapoBOi 00pabOTKE MOXKET ObITh
BbIpaxkeHa Dpmynamu 6-8, rae mepsble ABE CTaJAMM MOTYT cUMTarhesi oOparumbiMH. llpu sTom
KaJbLIUHUPOBAHUE KaTAJIN3aToOpa MPUBOAUT K JETHAPATALMU TOBEPXHOCTU KaTaJIu3aTopa, B CBSI3U C
4eM NIPOUCXOIUT IMPAKTUYECKHU MTOJTHOE BOCCTAHOBIIEHUE €70 AKTUBHOCTH.

—Si-0 0—Si—
\/ .
Al —Si—0
| \ :
0 +H0 —> Al-OH + HO—Si-0— (6)
& —si-0
—Si-Q —Si-0
AFOH * H0 ——> AI-OH + HO—Si-0— (7)
—Si-0 HO
—Si—O\ HO\
Al-OH + H,0 —> Al-OH + HO—Si-0— (8)
HO' HO
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[Mocnenusisi craaus A€3aKTUBALMN IPUBOIUT K HEOOPATUMOMY THAPOJIM3Y aKTUBHOTO IIEHTpPA
KaTaau3aTopa U 00pa30BaHUI0 aMOP(GHOr0 TMIPOKCHIA AJIIOMUHHS, KOTOPBIM BBIMBIBAETCS B
IpoIlecCe peakUMu WM o0pa3yeT OTHeNbHYI0 (ha3y OKcHJa aJlOMHHMSA IpU NpOKaJuBaHUU. B
T000M Cllydae MpU MOCIIEI0BAaTeIbHOM MPOTEKAaHWU BCEX TPEX CTaIMid CTYNEHYAaTOro T'HIIpOJIn3a
AKTUBHOIO ILIEHTpPa IIPOMCXOAMUT IIOJIHOE pa3pylICHUE aKTHUBHOIO ILEHTpPa W Kak CIEICTBUE
YMEHBILIEHNE aKTUBHOCTH KaTajau3aTopa.

OOparumas 1e3aKTUBaLMsA SABJISIETCS Pe3yabTaTOM aACOPOLMH TSHKENbIX MOIMapOMaTH4YeCKUX
COCIUHECHUI Ha ITOBEPXHOCTH AaKTUBHOIO LICHTpAa WJIM B KaHAJE LIEOJINTA, YTO B IIEPBOM Cllydae
SABJISIETCS. IPUYMHOW NOTEPU AKTMBHOCTHU TOJIBKO OJHOI'O aKTMBHOI'O LIEHTPa, @ BO BTOPOM Cilydae
MOJKET CTaTh IPUYMHON OTEPH AKTUBHOCTU LEJION IPYIIIBI aKTUBHBIX LEHTPOB (PuUCyHOK).

‘ )|
; \ 7/
Vi '

Pucynok. AncopOums aHtpaiieHa u ¢eHaHTpeHa B KaHanax neosnmra H-ZSM-5 a) amcopOums B
CUHYCOHJIANBHBIX KaHalaxX, 0) ajcopOIys B MPSAMBIX KaHAllaX, B) afcOpOIMS Ha MECTAaX CTHIKAa MPSIMBIX U
CHHYCOUIAbHBIX KaHAJIOB.

Ha ocHOBaHMM TPUBEIEHHOTO BHIIE XHWMH3Ma MOXKHO 3allHcaTh CXeMy MapoBOil
JI€3aKTUBALMH aKTHBHBIX IIEHTPOB 1ieoauTa (9—11).

[Au]+H206 [An]xH20 9)
[Ar] xH20 +H,0 [An]x2H>O (10)
[A]x2H,0 +H,O0— [An]x3H>O (11)

e [A1] — 7015 MOBEPXHOCTH, 3aHUMaeMasi CBOOOIHBIMH aKTUBHBIMH 1ieHTpamu; [A1]xH2O
— JI0JISl TIOBEPXHOCTH, 3aHMMaeMasi MOHOTHIPATHPOBAHHBIMHE aKTHBHBIMHU 1eHTpamu; [A1]x2H>O
— JIOJI TOBEPXHOCTH, 3aHUMaeMasi JUTHAPaTHPOBAHHBIMU aKTHBHBIMH meHTpamu; [Ar]x3H>0 —
JI0JIs1 TIOBEPXHOCTH, 3aHUMAaeMasi TPUTHIPATUPOBAHHBIMU aKTUBHBIMH IICHTPAMU,

A cxeMa [€3aKTHUBAIlMM KaTaJIUTHUUECKUX LEHTPOB B pe3yJbTaTe aAcopOIMM TSKENbIX
apOMaTHUYECKUX COETUHEHNE MOXKET ObITh BeIpaskeHa Popmyroit 12.

[Au]+C*** &[An] xC (12)
e [A1] — 10151 TOBEPXHOCTH, 3aHUMaeMasi CBOOOIHBIMU aKTUBHBIMHE IeHTpamHu; [A1]xC —

H0JIA IMOBCPXHOCTH, 3aHUMacMast AKTUBHBIMHA HEHTpaMu C aI[COp6I/IpOBaHHBIMI/I
MOJIMAPOMTHUYCCKUMU COCTUHCHHUAMMU.

m Tun nuyenzuu CC: Attribution 4.0 International (CC BY 4.0) 35


http://www.bulletennauki.com/

bBronnemens nayku u npaxmuxu | Bulletin of Science and Practice T. 6. Nel1. 2020
https://www.bulletennauki.com https://doi.org/10.33619/2414-2948/60

C yuetoM paBHOBECHOro xapakrepa peakuui 9—10, cKOpOCTh [€3aKTHBALMM LIEOJIUTA I10
JAaHHOMY ITyTH MOXET OBITh 3arucaHa CUCTeMOU ypaBHeHM 13—14.

d(Ay) 13

T = 00, (kyp (H,0) + kyp(CH) (42

d(ALl)HOJIH. _ _k3K1K2p1%120(1 - 6A11><2H20 - 9Au><3H20 - QAL[XC) (14)
dt 1+ K,p(H,0)

rae @y, — 1011 NOBEPXHOCTH, 3aHUMaeMas CBOOOIHBIMU aKTUBHBIMK LieHTpamu; Ki, k2, ks,
ks — xoHCcTaHTa ckopoctu peakiuu (9—12), 1/c; Ki, Ko — koncranTa paBHoBecus peakuuu (9—10);
p(H,0) — naBnenMe BOAAHBIX HapoB B peakuuu, arm; p(C**) — nasnenwe mapos
[OJIMAPOMAaTUYECKUX COEAUHEHHH, aTM.

Kotopsle ¢ yueToM ypaBHEHUsI AppeHuyca MOKHO BbIpa3uTh ypaBHEHUSAMH 15—16.

d(Ay)
dt

(15)

= _@Au(k e RT P(HZO) + kykie” RT P(C14+))

d(Ay)nons. (16)
dt

—Esar _EY 0 _EP 3
—kze RT Kie RTKye RTpp o(1— Opuxzr,0 — Oauxsn,o — Oauxc)

EO
1+ KCe RTp(H,0)

rie k%1 — mpesKCIoHeHIHANBHBIA MHOXKHTETh KOHCTAHTBI CKOPOCTH peakimu (9), 1/(at c),
k% — mpeadKcnoHeHIUANBHBIN MHOXHMTEIb KOHCTAHThI ckopoctu peakuuu (10), 1/(atm c), k% —
TIpedKCIIOHEHIINANBHBI MHOXHUTENb KOHCTaHTHI ckopoctd peakiuu (11), 1/(atm c¢), k% —
TIPeNPKCIOHEHINATbHBI MHOKHTENh KOHCTAHTHI ckopoct peakmuu (11), 1/(atm c), K —
MIPEIPKCIIOHEHIIMATIBHBIA MHOXUTENIb KOHCTAHThI afcopOuuu Bonbl mo peakuuu 9, kr (Kar) / kr
(H20), K? — mpedKCroHeHIMaIbHBI MHOKUTETh KOHCTAHTHI aCcOpOLMH BOAB! M0 peakuu 10,
kr (Kar) / xkr (H20), E{) — DHEPrus aKTUBAIIMH MpoIlecca acopOIuu BOIbI MO peakuuu 9, kJx/(kr
K), Eg — DHEpPrusl aKTUBAIMK Tpoliecca afacopouuu Boasl no peakuuu 10, kJIx/(atm K), Ezaer —
sHeprus aktuBaruu npouecca (11), kIx/(kr K),

®opmyibl 15—16 ObuH pelieHbl YUCIEHHBIMU MeToAaMu B cpeae Matlab ¢ ncnonb3oBanuem
Metona JleBenOepra-MapkBapaTa, IONTy4YeHHbIE 3HAUEHUSI KOHCTAHT M DHEPrUM aKTUBAaLUN
npuBesieHsl B Tabnuie.

Ha ocHOBe monyuyeHHbIX 3HAYEHUN TMPEIIKCIOHEHINATIbHBIX MHOXUTEIEH W SHEprui
aKTUBalMM Obla ompejaeseHa ONTUMalbHAs 00JacTb YCIOBMM NpOBEAEHMsS] Ipolecca
KaTaJIMTUYECKOM TpaHcdopmaiuu MeTaHosa B yriaeBonopoas! Posu=1 arm, W (Meranona) = 2,3 kr
(Meranona) / (xkr (Kar)xu), t=330-360 °C, oOecrneunBaromas MHUHUMAIbHYIO J€3aKTHBAIHIO
KaTalu3aTopa, 4YTO KOpPEIHpPYeT C pe3ylbTaTaMu JUTEpaTypHBIX JAHHBIX IO TpaHCchopManuu
MeTaHoJIa Ha nieonuTta Tuna H-ZSM-5 [11-12].
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Tabmuna.
SHAYEHNM A ITPEJISKCITOHEHIIMAJIBHBIX MHOXXWUTEJIEU U DHEPT U AKTI/IBAL[I/IUI/I
IMPOLIECCA JE3AKTHUBALIMU LIEOJIUTA H-ZSM-5 BO BPEMSI KATAJIMTUYECKOU
TPAHCO®OPMAIIMM METAHOJIA B YI'JIEBOJIOPO/bI

Koncmanmet Eounuywst usmepenus 3nauenue Go5%
k% 1/c 24597 1230
k%, 1/c 18942 950
k% 1/c 11312 550
k% 1/c 15472 770

Eaxr kJx/(xr K) 23 1

Ezaxr kJIx/(xr K) 18 1

Esaxr kJIx/(xr K) 25 1

Esaxr kJx/(xr K) 73 4
E? kJ[x/(xr K) 13 1
E? kJx/(atm K) 15 1
E? kJlx/(atm K) 12 1
Kp kr(Kar)/xr(H20) 3259 163
K? kr(Kar)/kr(H20) 3195 160

3axnouenue

JlezakTuBanusg UEOJUTOB B TMpoiecce TpaHChOpMAIMM METaHOJa B  YINIEBOAOPOJBI
MPEJICTaBIsIeT COOOM CIIOXKHBINM XHUMHUYECKHH MpOIecc, BKIIOYAIOMIMA B ceds oOpaTUMyl0 U
HeoOpaTuMYyIO JAeTpaalliio aKTUBHBIX IIEHTPOB B PE3yiIbTaTe 00pa30BaHUs YITIEPOIHBIX OTIOKCHHUN
Y B3aMMOJICHCTBHE AKTUBHBIX IIEHTPOB IICOJHTA C MEPErPeThIM BOISHBIM mapoMm. OrmnpezaelieHue
KMHETUYECKUX 3aKOHOMEPHOCTEH Tmpouecca Jae3aktuBauuu 1eoqura H-ZSM-5 nosBosser
aJICKBaTHO OMKCaTh PeajbHOE MPOTEKAHHUE MPOIECCa KaTAIMTHYCCKON TpaHc(opMaluu MeTaHosa B
yoieBogopoasl. B pesymbrate pemenus audQepeHIUanbHBIX  YPaBHCHHH  JI€3aKTHBAIUH
KaTaju3aropa YUCJICHHBIMU METOJIaMU TOJIYYeHBI 3HaU€HUs KOHCTAHT W dHEpruil aktuBaiuii. Ha
OCHOBE TOJTYYCHHBIX 3HAUCHUH MPENIKCIIOHEHIIMANBFHBIX MHOKUTEICH M SHEPTUil akTUBAIlUU ObLia
ompejieNieHa  ONTUMalbHas OONAacTh  yCIOBHI  TpOBEACHHsS Mpollecca KaTaIUTHYECKON
TpaHchopMali MeTaHoa B yreBoaopoabl Poswy = 1 atm, W (Meranona) = 2,3 xr (Metanona) / (kr
(Kat)xua), t=330-360 °C obecneunBaronias MHUHHUMAIbHYIO J€3aKTHUBAllUU KaTajau3aTopa, 4YTO
KOppenupyeT ¢ pe3yabTaTaMu JTUTEPaTypPHBIX JaHHBIX MO TpaHCPOpMAIMM METaHOJAa Ha IIE0JIUTa
tuna H-ZSM-5.

HUccneoosanue svinonneno 6 pamxax npoekma POOU 20-08-00191.
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