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HccnenoBano BIMsAHME U3MEHEHUS TEMIEPATypbl U BPEMEHU KPUCTAIU3ALUU Ha CUHTE3 KaTalu3aTopoB
SAPO-34 npu koHBepcun MeraHouna B yierkue oseunsl. [Ipu cunrtese karamusaropa SAPO-34 BaxHbI 1Ba
rapameTpa, OT KOTOPBIX 3aBUCST YNCTOTA (a3bl, KPUCTAIUIMIHOCTh, KHCIIOTHBIE CBOMCTBA M, HAKOHEII, IIPOU3-
BOJUTENIBHOCTh KaTalIu3aTopoB. BapbupoBaHuem TemMnepaTypsl 1 BpeMEHH KPUCTA/UIN3alUY B quanasone 170—
210°C, 12-36 4, COOTBETCTBEHHO, 1 MOJISIPHOTO COOTHOLIEHHUSI C UCIOJIb30BaHUEM THAPOKCHA TETPAITUIIAMMO-
nust (TEAOH, 20 mac. %) u mopdonuna (MOR) B kauecte marpuusl (Al,O5: P,O5: 0.4 Si0,: 0.5 TEAOH) :
1.5 MOR : 70 H,0) 6butn cuaTe3upoBanbl 9 00pasnos. [TocnenHue OblIM 0XapaKTepH30BaHbl PEHTI€HOBCKOM
mudpaxromerpueit (XRD), ckanupyromieii anekrporHoil Mukpockonueit (SEM), UK-®ypee criekrpockonueit
(FTIR), MmeTomamu onpeneneHus miomiau nmosepxuoctu (o BET) u repmMonporpammupyeMmon ecoponmeit
ammuaka (NH;—TPD). Hakonen, xapakTepucTHKN KaTaJu3aTopoB ObUIM HCCIIEIOBAHbI B IIPOIECCE KOHBEPCUH
METaHOJIa B JIETKUE OJISHHBI B PEaKTOpe C HEMOABIKHBIM clioeM npu Temneparype 410°C. Pesynbrars! no-
Ka3bIBAIOT, YTO KPUCTAJUIMYHOCTD, YHUCTOTA (a3bl, pa3Mep M paclpe/ieleHHe YacTHII, TUIONIa b TIOBEPXHOCTH
1 KUCIIOTHBIE CBOWCTBA MMEIOT OOJIBILIOE BIMSHIE HA paboUYre XapaKTepPUCTUKHU M CEJIEKTUBHOCTD STHJICHA U
MPOMNUJIEHA, @ CAMU 3TU CBOMCTBA CUJILHO 3aBUCST OT TEMIIEPATYPHI U BPEMEHU KpUCTaU3anuu. Pe3ynbraTst
OIIpe/IeIICHHs] XapaKTEPUCTHK KaTaJIM3aTOPOB MIOKa3bIBAIOT, YTO BHICOKAs TEMIIEPATypa CHIKAET YHCTOTY (ha3bl
U yBEJIMYMBaeT pazmep dactull. Karamuzaropsl, kKoTopble Obuti cuHTe3upoBaHbl Ipu 190°C B Teuenue 24 u,
MMEIOT CaMyI0 BBICOKYIO CTEIIEHb KPUCTAIUTH3ALINH, TTOAXO/SIINH pa3Mep 1 paclpeieieHie YacTHIl, OOJIBIIYIO
IUIOINAAb MTOBEPXHOCTH U MOAXOASIIUE KUCIOTHBIE HEHTPBI, IOITOMY OHU JEMOHCTPUPYIOT CaMYIO BBICOKYIO
CEJICKTHBHOCTh B OTHOILICHHH JIETKUX OJIe()MHOB B IpoLiecCce NpeBpaleHus meranoina B oneduns (MTO).

KiroueBnble ciioBa: cuate3 karammsaropa SAPO-34, mapamerps! cuaTesa, mpouecc MTO, nerkue onedhuHbI

DOI: 10.31857/5002824212103014X

Jlerkue onedunsl, takue kak C,H, m C;Hg, sB-
JISIOTCSL BOXKHBIM CHIPheM B HE(PTEXUMHYECKOH IpOo-
MBIIICHHOCTH U ITPOU3BOJICTBE Moyinosie(hpuHoB [ 1-5].
OO0bIuHO HU3IIKE OJIe(hUHBI TTOTYYaIOT U3 CBIPOH Hed-
TH C MTOMOIIBIO, TAKUX IMPOIECCOB KaK TEPMUUYECKUH
W KaTaJIMTUYECKUM KpeKUHr. B To ke Bpemsi Hempe-
PBIBHBIH POCT IIEH Ha CBIPYIO HE(PTh, OrPAaHUUEHHOCTh
PECypCOB HCKOIaeMOT0 TOILIMBA U 0XKUTAEMOE COKpa-
nieHne J00bYM He(PTU JeNatoT HEOOXOIUMBIM MTOMCK
JIPYTOTO CHIPBS IS MPOM3BOJICTBA JIETKUX Oe(prHHOB
[6-8]. OcHOBHBIM MpPOIIECCOM MPOU3BOJCTBA JIETKUX
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0JIe()MHOB SABJSIETCS APOBOM KPeKUHT HaThl. bomb-
110€ KOJIMYECTBO SHEPIUH, HOTPEOIEMOM B 3TOM IPO-
1ecce, HU3KUH BBIXOJ JIETKUX OJIE(UHOB U BBIOPOCHI
JUOKCHa YINIEPOa YBEINYMBAIOT CTOUMOCTD MTPOU3-
BOJICTBA JieTkux oneduHoB [9—12]. IIpouecc mpeBpa-
meruss MTO mo3BoJseT moaydarh JISTKHe Oe(UHBI
U3 TMIPUPOJIHOTO Ta3a WM YIJIs Yepe3 MEeTaHOoJ U B I10-
CJICZIHUE TOJBI NMPUBIEK MOBBIIIEHHOE BHUMAaHUE KaK
anprepHaTuBHBINA npouecc [13—-16]. SAPO-34 saBuser-
cs1 HauOosiee MOAXOIAIINM U3BECTHBIM Ha CETOHSII-
HUI JIeHb Karanu3atopom s npouecca MTO Gnaro-



NCCIEOLOBAHUE BIIMAHUA TEMIIEPATYPbBI U BPEMEHU KPUCTAJIJIM3ALIUU 431

Tadauma 1. CocTaB MCXOJHOTO TeNs CHHTE3WPOBAHHBIX OOPa3lOB M pa3jIMYHbIC 3HAYCHUS BPEMEHU U TeMIIEpaTypbl

KpHUCTAJUIN3AIUH [TPU IPUTOTOBICHUM KaTanu3aropos SAPO-34

O6pazen® Temmeparypa, °C Bpewms, u H,0, monp TEAOH, moinb MOR, momnb
S-170-12 170 12 64.39 0.29 1.71
S-170-24 170 24 75.00 1.00 1.00
S-170-36 170 36 90.00 1.00 1.00
S-190-12 190 12 75.00 2.00 0.00
S-190-24 190 24 85.61 1.71 0.29
S-190-36 190 36 85.61 0.29 1.71
S-210-12 210 12 64.39 1.71 0.29
S-210-24 210 24 75.00 0.00 2.00
S-210-36 210 36 60.00 1.00 1.00

2 O003HAUCHHsI CHHTE3UPOBAHHBIX 00Pa31OB:

S1—S-170-12 — cunresuposan npu 170°C B Teuenne 12 u;
S2 — S-170-24 — cunresuposan npu 170°C B Teuenune 24 u;
S3 — S-170-36 — cunresuposan npu 170°C B Teuenune 36 u;
S4 — S-190-12 — cunresuposan npu 190°C B Teuenne 12 u;
S5 —S-190-24 — cunresuposan npu 190°C B Teuenune 24 u;
S6 — S-190-36 — cunresuposan npu 190°C B Teuenune 36 u;
S7 —S-210-12 — cunresuposan npu 210°C B Teuenne 12 u;
S8 — S-210-24 — cunresuposan npu 210°C B Teuenune 24 u;
S9 — S-210-36 — cunresuposan npu 210°C B TeueHue 36 u.

naps BeIcokor cenektuBHOCTH (80-90%) mo jerkum
oneunam (C,—C,) mpy NOIHOWM KOHBEPCUH METaHOJIA
[17-20]. Ctpykrypa, GU3NKO-XUMHUYECKHE CBOUCTBA U
oOnacTu mpuMeHeHus oNieUHOB pa3nuyaioTcs. B 00-
meM, ObuUT0 00HAPYKEHO, YTO HA KPUCTAJUTUYHOCTD U
pa3smep karanuzaropa SAPO-34 CUIIBHO BIUSIOT TEM-
neparypa, BpeMsl M YCJIOBHs NE€PEMEIINBAHUS B pe-
akuuu Kpuctamumsanuu [21-24]. Brnusaue ycnoBuit
CHHTEe3a Ha (PU3MKO-XUMHUYECKHE CBOWCTBA KaTalu3a-
Ttopa SAPO-34, onucannoe B [25-32], O6bu10 npoaHa-
JU3UPOBAHO HE3aBUCHUMO OT KaTAJIUTUYECKUX CBOWCTB
Y B OITyOJIMKOBaHHBIX TaHHBIX [33—38], MOCKOIBKY Ka-
TaJIU3aTOPbI OBLIM MPUTOTOBIICHBI B PA3JIMUHBIX YCIIO-
BUSIX M3 PA3HBIX TPYII MPEKYPCOPOB.

Hacrosiee uccnenoBanye HampaBieHO HA HU3yde-
HUE BIMSIHUS TEMIIEpaTypbl U BPEMEHH KpUCTAJLIN3a-
11U Ha cuHTe3 Karanuszaropa SAPO-34 aiisa nonydyeHus
JIETKUX OJIe()MHOB M WX KaTAIMTHICCKHUX XapaKTepH-
ctuk B peaknuu MTO ¢ 1enpio ompeaesieHnus moaxo-
JIAIIETo Karanuzaropa Juist nporecca MTO.

OKCIIEPUMEHTAJIBHAS YACTD

IIpurororyenue karajusaropa Hekoropeie kara-
JIU3aTOPbl OBLIM CHHTE3UPOBAHBI THUIAPOTEPMATILHBIM
METOJIOM C HKCIIOJIb30BAaHUEM THIPOKCUIA TETPAITH-
nammonus (TEAOH, 20 mac. %) u mopdonuna (MOR)
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B KadecTBe Marpuibl. Mctounnkamu amomuaus (Al),
tdhocdopa (P) n xpemuus (Si) ABIAIOTCS U30IPOTIOK-
cun amomunus (AIP, Panreac), gocdopnas xuciora
(85 mac. %, Merck) n kpemHueBas kuciora (SA,
Merck), coorBeTcTBeHHO. [IpH HEMTpEepHIBHOM TTepeMe-
LIMBaHUM CHadana K GochopHOil Kuciore 100aBsIIn
BOJLY,  3aTE€M PAaCTBOPSLIN HEOOJbIIIOE KoruecTBO AIP
u SA B Teyenne 2 4. 3aTeM K cMecH J00aBIISIIA MAaTPHUILY
U NIepeMEINBaIM B TeUeHHE 3 4. 3aTeM pacTBOp Iepe-
HOCHJIH B ABTOKJIAB U3 HEPKaBEIOILEH CTal C TePIOHO-
BBIM MOKpbITHEM 00beMoM 100 mit Ha 24 4 ripu TemIie-
parype 463 K. IIpenBaputenbHO CKOHCTPYUPOBAHHOE
MEXaHHYECKOE YCTPOMCTBO C MOCTOSTHHOM CKOPOCTBHIO
nepeMeNMBajIo cojiepKkumoe apTokiana. [locie atoro
KPUCTAJUTM30BAHHBIA PAacTBOpP IEHTPH(PYTHPOBAIIH,
3aTeM HECKOJIBKO pa3 MPOMBIBAIM BOJOH M CYIIWIN
npu temneparype 353 K B Teuenne Houn. OxoHua-
TEJTHHO BBICYIIEHHOE TBEP0€ BEIIECTBO MPOKAIHNBAIIH
Ha Bo3yxe npu temneparype 823 K B Teuenue 4 4 s
yAaJeHnsl OpraHn4YeCcKOd MaTpHUIbl U BOJbI, IPOHUK-
nIei B MUKpOTopsl 00pa3ioB. MoJsIpHBIH reeBbli co-
CTaB CHHTE3WPOBAHHBIX KaTtanu3atopos: Al,O5: P,Oy:
0.4Si0, : xTEAOH : (2-x) MOR : yH,O. B Tta6m. 1
MIPEJICTaBJIEH COCTaB MCXOIHOIO Telil CHHTE3MPOBaH-
HBIX 00pa3loB U MOKa3aHbl pa3IMYHbIe 3HAYEHUS Bpe-
MEHHM U TEeMIEPaTypbl KPUCTAJUIM3ALUM NIPU IIPUIO-
TOBJIEHUM KaTanu3aropoB SAPO-34.
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Puc. 1. JJabopatopnas cxema BoinonHenust nporecca MTO.

HcnbiTanue B peakrope. Ha puc. 1 npejicrasieH
obmuii Bu mabopaTopHoii yctaHoBkH. [locme BoccTa-
HOBJICHHUS KaTall3aTopa B I€Yb 3aKAaYMBAIOT CMECH,
conepxaiyro Meranon u Boay (30 mac. % pacTtBop
MetaHona, 99.9%, Merck). 3atem Chipbe U3 HIKHEH
YacTH TIeYH TOCTymaeT B peakrtop. [locme peaknnmn
MIPOYKT, BBIXOMASAIINM M3 PeaKTopa, MorajgaeT B KOH-
JICHCATOp, TJIE CHUXKACTCS €ro TemIeparypa, 4ToObl
MMpEAOTBPATUTE BTOPUYHBIC PEAKIUU. B sToT MOMEHT
BOJIa M TSDKEJBIE YITIEBOIOPOJBI CTAHOBATCS JKUIKH-
MU U HaKalJIMBarOTCs B KoHueHcarope. [lotok ocra-
TOYHOTO Ta3a IojaeTcs B ra3oBblii xpomarorpad GC
JUTSL aHAJIA3a WIIH COPAcBhIBAETCSl BO BHEITHIOIO CPEY.
[ToMHMO MCXOTHOTO TIOTOKA METAHOJIA U BOJIBI, ITOCTY-

MAOIETo B PEakTop, K Karcyie ¢ ra3o00pa3HbIM a30-
TOM TIOJIBOJTUTCS €IlIe OINH MOTOK. 13-3a BpeMeHHOTO
MPOMEXKYTKa MEX/Y CHHTE30M U UCIIBITAHUEM B peak-
TOpe Ul ACTHIpaTallii 1 BOCCTAHOBJICHUS KaTaiu3a-
TOPOB HCTOIB30BATH Ta3000pa3HbIA a30T. DTOT dTal
BBINOJIHSUIN TI€pe]] peakleld B TEYEHNUE OIHOTO Jaca
npu temreparype 550°C u ckopocTu oToka npuoIu-
sutenbHO 40 Mit/mMuH [39-40]. Inst perympoBKy HH-
TEHCHUBHOCTHU TIOTOKA TIepe/ 3aKauKO MCTIOIH30BaJICs
OJIMH ITy3BIPbKOBBIH pacxonomep. Ileus, ncnonbzyemas
B 9TOH 1a00OpaTOpHON yCTAaHOBKE JJISl TOAYH TeIlia,
HEOOXOAMMOTO IS PeaKTopa U JUIs TPOBEACHUS peaK-
i MTO, npencrasisgeT codoit TpyOJaTyro meds mpo-
n3BoacTBa komnanuu Azar Furnace Company (mmHa

HEOTEXUMMUMS Ttom 61 Ne3 2021
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45 cMm, BHyTpeHHUi tuamertp 4.5 cm). Annapar GC, uc-
MOJIb3yeMbIi B TaOOPAaTOPHON yCTaHOBKE, NMEET IuIa-
MEHHO-MOHM3AaNOHHbEIN merekrop Hewlett-Packard
5890 (FID), obopynoBauHbIii kooHKOH Agilent J&W
GS-alumina pasmepom 30 MM X 0.53 MM x 30 M npo-
n3BojcTBa kommanuu Hewlett-Packard, mpemnasnagen
JUIsl OOHAPYKEHUST YITIEBOJOPOIHBIX COCAMHECHUH. B
9TOH cHCTeMEe HEBO3MOXKHO M3MEPUTh M OOHAPYKHUTb
BOJIOPOJI, TMOKCH]] YIJIepoJa ¥ MOHOOKCH]T yIIIepoa,
MOATOMY IPOICHTHOE COJICpIKaHHE II0 Macce ITHX
TpPeX COEIMHEHH B MpoOe raza pacCYUTHIBACTCS MO
AIIEMEHTApPHOMY MacCOBOMY OaraHCy MIESHTH(HIIUPO-
BaHHBIX Ta30B [39].

HccnenoBanne CTPyKTYPHBIX CBOICTB KATAJM-
3aTopoB. [loponTkoByr0 peHTT€HOBCKYTO TU(paKTOMe-
TpHIo BeIONHAIM Ha nipudope Philips X Pert MPD ¢
uznyyenuem Cuk, (A = 1.541 A) B nuanasone yrmos
20 ot 5° mo 40° ¢ marom 0.02°/C, paboTaromeM mpu
Hanpsbxkennd 40 kB u toke 40 MA. ABTO3MHCCHOH-
HYI0 CKAaHUPYIOUIYIO OJJIEKTPOHHYIO MHUKPOCKOIIHIO
(FE-SEM) Bemonusin Ha mozenut MIRA3 mpownsBon-
ctBa komnaanu TESCAN c paspemenuem 1.5 aHM npu
HanpspkeHud 15 xB. OOmiyro miomniaas TOBEPXHOCTH
paccunteiBaiin 10 Qopmyne bpyHayspa—Ommera—
Temepa (BET). Konnentpanuio KHCIOTHBIX IEHTPOB,
a TaKKe TeMIIepaTypy, IPU KOTOPOM MOSBIIIIOTCS TUKU
CTa0BIX M CHJIBHBIX KHCJIOTHBIX IIEHTPOB, U3MEPSUTH
C TIOMOIIBI0 TEPMONPOTPAMMHUPYEMON JecopOnnu
ammuaka (NH;-TPD) ¢ wucmonszoBanuem mnpubdopa
NanoSORDNSI91 (mmpon3BoncTBO KOMITaHUHM Sensiran
Co.). Ucnsrranus merogom NH;—TPD nposonunu Ha
nopiu 60 Mr Kaxaoro o0pasiia, HaXOISIIErocs B
peaxtope. Ilepen Hauamom kaxnoro uzmepenus TPD
00pasIpl Aera3upoBajy B IIOTOKE TEIHS P TeMIepa-
Type 500°C B TeueHme daca, a 3aTeM OXJIAXTAIU JI0
120°C u nponyBanu notokoM renus npu 120°C ans
yhaneHus: (pusuyueckn CBsi3aHHOTO aMMuaka. Ha cie-
IyroreM sTtamne oopasimbsl HarpeBasm oT 120 mo 500°C
co ckopocThto HarpeBa 10°C/MHH B TOTOKE Teiusl.
Crekrpst FTIR (MK-®ypbe ciekTpocKomus) it Ipr-
TOTOBJICHHBIX 00pa3IoB OBLIH MOJYYCHBI Ha MMPUOOPE
Spectrum 2000 npousBoacTBa komnanuu Perkin Elmer
B JIMaIia3oHe BOJHOBBIX urcen 400—-4000 cv!.

PE3VJIBTATHI 1 UX OBCYXJAEHUE

HccnenoBanue KpPUCTATJIMYHOCTH KATAJIN3aTO-
poB. Ha puc. 2 npeacrasnens! nzo0paxkeHus audpax-
U peHTreHoBckux nydeil (XRD) mist onpenenenus
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Tadnnua 2. OTHOCUTENbHAS KPUCTAUIMYHOCTD MTPUTOTOB-
JICHHBIX KaTaJn3aTopoB

OrnocuTenpHas Pasmep kpucranna,
O6pasen 0
KPUCTAJNIMYHOCTD, % MKM

S-170-12 92 1.0-1.50
S-170-24 88 1.0-2.75
S-170-36 70 0.9-1.75
S-190-12 95 0.7-1.70
S-190-24 100 0.9-2.00
S-190-36 91 0.9-2.25
S-210-12 81 0.8-2.00
S-210-24 76 0.8-2.40
S-210-36 73 0.8-2.50

KpUCTAIITMYeCcKoi (ha3pl, YUCTOTHI a3kl U KPHUCTAI-
JUYHOCTH CUHTE3UPOBAHHBIX KaTaiu3aTopoB. [lyTem
CPaBHEHUS TIOJTYYCHHBIX M300paKEHHH C ITalOHHBI-
MU HM300paKeHUSIMH 3aKIIIOYMIIM, YTO BCE OOpasiibl
UMEJIH KM, cBs3aHHbIe ¢ SAPO-34 (20 = 9.66°, 13°,
16°, 17.9°, 20.52°, 25°, 25.9°, 30.8°, 31.1°) [39-41].
ContacHo AUQPaKIMOHHBIM JTUarpaMMmaM 00pas-
el S-190-36, S-210-24 u S-210-36 uMmeroT MUK Tpu
20 = 7.5°, 4yTO MOKHO OTHECTH K reonmuTaMm SAPO-5.
B Tabi1. 2 mpuBeeHBI 3HAYCHUS TIPOIIEHTHON KPHUCTAI-
JUYHOCTH Ka)XJI0OT0 oOpa3iia. YCTaHABJIMBACTCS ITHK
XRD-crniekTpa KpHUCTAUTMYECKOTO W aMOp(HOTO Be-
IIECTBA, a MPOICHT KPUCTAIUTMYHOCTH, IMOTYICHHBIN
13 U3MEPEHUI PEHTT€HOBCKOTO U3ITydeHHUS, OTIPEIesi-
€TCsl OTHOIIIGHUEM WHTCHCUBHOCTEH IHKOB KPHUCTAJI-
JUYECKUX BEMIECTB K CyMME€ HWHTEHCHBHOCTEH KpH-
CTAJUTUYECKUX U aMOP(HBIX BEIICCTB.

Pasmepsl kpuCTaIMTOB 00pa3LOB, YyKa3aHHbIE
B TaOJn. 2, ObUIM OMpeJiesieHbl Ha OCHOBE YPaBHEHHUSI
Ieppepa [38]. B atom ypaBHeHUn D — pa3mep KpH-
crajuTa (HM), A — JUIMHA BOJIHBI PEHTTEHOBCKOTO U3-
JTydeHust, IpUOIM3UTensHO paHas 1.541 A, B — mupu-
HA CIEKTPAJIbHOM JIMHUH HA IIOJIOBUHE MAKCUMAaJIBHOM
uaTeHcuBHOCTH (FWHM), a 6 — yrom bpoarra. s
OTIpEJIeNICHHsT pa3Mepa KPUCTAIUIUTOB KaTan3aTOpOB
ucnons3ytorest audpaxrorpammel XRD, kpome Toro,
paccumTarh 3TOT MapaMeTp MOXKHO C MOMOIIBIO MPO-
rpammuoro npuitoxenus: HighScore Plus.

KonmnuectBeHHoe mccienoBaHne HM300paskeHUH
FESEM 051110 BBITIOTHEHO C TTOMOIIBIO TIPOTPAMMHOTO
npwiokeHus Image J, a quana3oH pa3MepoB YACTHIL,
omnpeaeNneHHbx ¢ nomoibto ananuza FESEM, npen-
cTaBiieH B Tabi. 2. Pa3Mep yacTHIl MoTydaroT ¢ IOMO-
o ananusa FESEM.
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Puc. 2. XRD-u300paskeHus1 CHHTE3HPOBAHHBIX 00PA3IIoB.

Jlannbie B TabJ. 2 MOKAa3bIBAIOT, UTO [ 00pa3IoB
S-170-12, S-190-12 u S-210-12, xoTtopbie ObUTH CHH-
TE3UpOBaHbl B TEYCHHWE (PUKCUPOBAHHOIO BPEMEHU
12 4, mpy MOBBIIIEHUH TEMIIEpaTypbl KPUCTAIIU3AINH
pasMep KpHCTaJIJIOB CHayajla yBEeJIMUUBAETCS, a 3aTeM
YMEHBIIAETCS, YTO MOXKET OBITH CBSI3aHO C BBICOKOU
CTETEeHbI0 3apojibllieo0pa3oBaHus (MO CPaBHEHUIO
¢ temneparypamu 170 u 190°C) u orcyTcTBHEM 10-
CTaTOYHOTO BPEMEHH [yl UX pocTa. [Ipu nocrosHHOM
BPEMEHH, PAaBHOM 24 9 C MOBBIIIEHUEM TEMIIEPaTyphI
kpuctaumnzanuu 10 190°C pasmep KpUCTAIIOB TAKXKe
CHayasla yBEJIMYUBAJICS, a TIPU MOCIIEAYIOUIEM TOBBI-
IICHUN TEMITEPaTyphl YMEHBIIAICS U3-32 00pa30BaHUA
npuMecHol ¢a3pl. TeHaeHIM K U3MEHEHHIO pazMepa
KPUCTAJIJIOB IPU BpeMEHHU 36 4 U pa3iuyHbIX TeMIle-
parypax KpUCTAJUIN3ALUK MOJTHOCTHIO CXOAUT HA HET
n3-3a oopazoBanus (azel SAPO-5 B mectom oOpasie

W TIOJTHOTO COKPAIIEHMsI YHCiIa 3apojblilieil B JeBs-
ToM o0Opa3siie. IIporeHT KpUCTauImIHOCTH 00pa3IoB
S-210-12, S-210-24 u S-210-36 (cMHTE3UPOBAHBI MIPH
temreparype 210°C u BpeMeHu kpucrammmzanuu 12,
24u 36 9) c iukamu 20 ="7.5°122.5°, monyIeHHBIMH TTO
pesynsratam XRD-ananusa, moaTBepkIaroT 3TO, He-
CMOTpsI Ha yBeTH4YeHUe THKOB nHJekca SAPO-34 B 06-
pasie S-210-36 o cpaBHEHHUIO ¢ 0OpazmoM S-210-12.
VHTEeHCUBHOCTH THKOB IIOKa3aTenss YHUCTOH (a3bl
YMEHBIIWINCH, YTO CBUJICTENILCTBYET 00 YMEHBIICHUN
KpUCTaJUIMYHOCTH Ipu Temmneparype 210°C no cpas-
HeHHto ¢ obpasuamu S-210-24 u S-210-36. Tennen-
IS K CHUOKEHHEO KPUCTAJUTMYHOCTH TIPH TIOCTOSTHHOM
BPEMEHH W Pa3IMYHBIX TEMIIEpaTypax OOyCIIOBIIEHA
TaKk€ BO3MOKHOM HECTaOMJIBHOCTBIO KaTanu3aropa
SAPO-34 u ero koHBepcuei B amopdHbBIE Ga3bl U Apy-
rue npumecH. Hampumep, npu moCcTOSHHOM BpeMEHU
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36 4 mpu MOBBIIIEHUH TeMIepaTypbl KpUCTaJIU3a-
UM IPUCYTCTBHE TTMKOB MpHMecel B yriax 26 = 7.5°,
19.9° 1 22.5° TOBOPUT O TEHACHITNH K CHIKECHUIO KPH-
CTAJUTMYHOCTH.

FTIR-ananu3. Ha puc. 3 mokasaHbl pe3ysbTaThl
FTIR-ananu3a st onpeneneHus (QyHKIMOHAIBHBIX
TPYII U CBsI3ei, 00pPa30BaHHBIX B CTPYKTYPE KaTalu-
3aropa. Karamuzatop SAPO-34 umeer cnernuduye-
ckue MKy mpu 621-626, 484-480, 713-877, u 1093—
1402 cm™!, orHOCsmmecs k momocaM T-O B me-
CTUWICHHBIX KOJIBIIAX, YETBHIPEXYTOIBHBIM II0JI0CAaM
T—O xpeMHUS U CHMMETPUIHBIM W aCHMMETPHIHBIM
konmebanusim T-O-T, coorBercTBeHHO. Kpome Toro,
CBSI3M THUAPOKCHIIBHBIX TPYIII, KOTOPBIE HIPAIOT OC-
HOBHYIO pOJIb B paboTe Karammzaropa, SBISIOTCS
UHJEKCHBIMM CBsI3siMU B Kartanuzarope SAPO-34.
Crnekrpsl FTIR-ananmm3a o0pa3ioB B quama3oHe CBs-
3eil O—H uMeroT nsaTh NUKOB MPH AJIMHE BOJIHBI 3413,
3475, 3575, 3554, 3720 u 3739 cm L. [Tocnenuue Tpu
muKa otHocaTcs K cBs3sim P-O-H, Si—-O-H, AI-O-H,
COOTBETCTBEHHO. JIBa Apyrux MUKa B JUana3oHe
3413-3477 cm! npunanexar ceazam Si-OH-Al u
OTHOCATCSI K KPallHUM KHUCIIOTHBIM LieHTpaMm. MHTen-
CUBHOCTH THKa, KOTOPBIA TPEACTABISCT COOOM CHITY
cesizu Si—-OH—Al, koppenupyer ¢ 4uciioM KHCIOTHBIX
1eHTpoB [7]. CpaBHEHHE WHTEHCUBHOCTH 3TOTO THKA
s Tpex oOpasnoB S-190-24, S-170-24 u S-210-24
(cuHTE3UpOBAHBI B TEUCHHWE 24 U MPHU TEeMIIepaTrype
170, 190 u 210°C), moka3sIBacT, 4TO MO CHJIC KHC-
JOTHI 00pasmbl PacHojararoTcs B TaKOM ITOPSIIKE:
S-170-24 > S-210-24 > S-190-24, 4T0 IOATBEPKTACTCS
TPD-ananuzom.

SEM-ananu3. Ha puc. 4 mokazaHo UcCIeIOBaHUE
dbopmbl U pa3zmepa MOPGOJIOTHH CHHTE3WPOBAHHBIX
KPUCTAJJIOB C TIOMOIIbIO CKAaHUPYIOIIEH AIIEKTPOHHOM
Mukpockon (SEM). SEM-u3o0pakeHuss 00pasros
MOKa3bIBAIOT, 9TO MOP(HOIOTHS BCEX 00pa3IoB, KaK 1
oxkujanoch s karanuzaropa SAPO-34, aBnsercs Ky-

(G GUIIEHT POITyCKaHUS

[ '
(RN '
e

~ Koo

000 3200 2400 1600 800
BonHoBoE umcio, cM !

Puc. 3. FTIR-u300paxkeHns1 CHHTE3UPOBAHHBIX 00PA3IIOB:
(1) S-170-12, (2) S-170-24, (3) S-190-24, (4) S-210-24.

OMYeCKol, MpU I3TOM TIpeodanaronieii Gpa3zoil Bo Bcex
oOpasuax sBisiercsa karanuzatop SAPO-34. OOpasusl
S-190-36, S-210-24 u S-210-36 noMrUMO KyOHMUECKUX
YacTUI HMEIOT TeKCAarOHAJbHbIE I'€OMETPUYECKUE
00BEKTHI, OTHOCsIIMECS K Karamuzatopy SAPO-5.
OnHako u3-3a HU3KOIO COIEpXKAaHUS KaTaau3aropa
SAPO-5 B o6paszue S-210-36 yacTHubl 3TOH NPUMECH
npu SEM-ananuse He BUIHEI.

BET-anaau3 xaTajam3aTopoB AaeT HHPOPMAITHIO O
Me30110pax, MHKpOIIOpax, OOLIeH MIomaau MmoBepX-
HOCTH U 00lIeMy 00beMy I0p, YTO MPEJICTABICHO B
tabn. 3. Ilnomans BHEIIHEH MOBEPXHOCTH U 00BEM
ME30TOp YBEJIMUYMBAIOTCS C YBEIMUEHUEM KoJInde-
CTBa BOJABI NPU BHICOKOM COAEPIKAHWU THIPOKCHUIA
TEAOH (S-190-24, S-210-24). Monexyssl BOJbI UTpa-
IOT CTPYKTYPHYIO HAIPaBISIOUIYIO POJIb JUII ME30IIOp
karanuzaropa. Kpome Toro, MoJeKyibl BOJIBI 3aIlod-
HSIOT ITyCTOW 00bEM CTPYKTYPBI U MEXaHUYECKH IIpe-
JOTBPALAIOT pa3pylleHue Kapkaca [23]. YMeHblIeHHE
o0beMa MHUKPOIOpP MOIJIO OBITH PE3yJbTaToOM YBEIH-
yeHnst o0bema mesonop. llpupamenue comepxaHus
TEAOH npu 6onbioM comepskanuu Boasl (S-190-12,
S-190-36) yBenuumBaeT IUIONMIATL MOBEPXHOCTH MU-
KPOTIOp M BHEIIIHEH MMOBEPXHOCTH, a TAKIKE 00bEM MH-

Taonnuna 3. /lanasie BET-anannza as NpUroToBIEHHBIX KaTalU3aTOPOB

3
O6paszen Tnowaze ) Pasmep mop, A Ofwen nop, cht'r

MOBEPXHOCTHU, M*/T Ve Voo Vigtal
S-170-24 500 20.71 0.224 0.084 0.328
S-190-12 508 21.38 0.184 0.101 0.285
S-190-24 507 21.43 0.234 0.068 0.302
S-190-36 505 21.01 0.204 0.025 0.230
S-210-24 352 20.96 0.261 0.061 0.321
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Puc. 4. SEM-u3o0pakeHus CHHTE3UpOBaHHBIX 00pa3noB: (a) S-170-12; (6) S-170-24; (B) S-170-36; () S-190-12; (1) S-190-24;

(€) S-190-36; (%) S-210-12; (3) S-210-24; (1) S-210-36.

KPOIIOpP M ME30110p. YMEHbBIICHHUE pa3Mepa KPUCTAIIIIOB
MOKET MPUBECTH K YBEIMUCHHIO TIONIAH BHEITHEH
noBepxHOCTH. BolbIoe yBennyeHue miomna i moBepx-
HOCTH 1 00beMa MUKPOTIOp MOTJIO OBITh CBSI3aHO ¢ Oosiee
BBICOKOM KPUCTaJUIMYHOCTHIO U MEHBIIUM COJIepXKa-
HHUEM IIPUMECH KaTajau3aropa ¢ 00jee BHICOKUM COZlep-
s)kaHueM TEAOH. [Ipu ymepeHHOM coaep:KaHuu BOJIbI
(S-210-24, S-170-12, S-190-12) npupamenune TEAOH
YBEIUYMBACT TUIONIA)(h BHEITHEH TIOBEPXHOCTH U 00b-
€M Me30II0p, YTO MOKET OBITh CBS3aHO C YMEHBIIICHH-
eM pasMmepa kpucramioB. Kpome Toro, oo0seM u mio-
b MOBEPXHOCTH MHKPOIOpP MOTYT YMEHBIIATHCS
13-3a YMEHBIICHUS] KPUCTAJUIMYHOCTH.

AHaJIu3 TepMONporpaMMupyemMoii aecopoumuu
amvuaka (NH;-TPD). Pesynsrarsl aHanusza tepmo-
nporpaMmmupyemon necopouun ammuaka (NH;—TPD)
U WCCIICIOBAHUSI KUCIOTHBIX CBOMCTB, KaTalWTH-
YECKOM XapaKTepUCTUKHU, ONPENEeICHHUs CHUJIbI KHUCIIO-
Thl W KOJHMYECTBAa KHCJIOTHBIX IICHTPOB Tpex o0Opas-
moB S-190-36, S-210-24 u S-210-36 mpencraBieHbI
Ha puc. 5 u B Ta0a. 4. DU 00pasibl ObUIH 0TOOPAHBI
st aHanm3a NH;—TPD, uro0sl obecriednts cpaBHU-
TEJIbHBIC YCIIOBUS ISl U3yUeHHS U3MEHEHUH BpeMEeHU
u temmneparypbl. Kak coolmanocs panee, npopuin
NH;-TPD karamuzaropoB SAPO-34 mnokasamu mo-
SBJICHUE JABYX MaKCHMYMOB IPH TeMIIEpaType OKOJIO
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Taonnna 4. Ananu3 NH;—TPD npHrotoBieHHBIX KaTaln3aTopoB

Pacnpenenenune kucnorHoct, MMoiib NH,/T karanusaropa Temmneparypa aecopommu, °C
Karanuzarop
cnabas (A) | cwibHas (C) 0011251 KHCITIOTHOCTD TIEPBEII MUK BTOPOIi MUK
S-170-24 0.99 1.58 2.58 201 423
S-190-24 0.06 1.51 1.57 215 425
S-210-24 1.22 1.48 2.70 208 453

200 u 400°C, cOOTBETCTBYIOIIHX CIa0BIM U CHIIBHBIM
KHCJIOTHBIM LICHTPaM, COOTBETCTBEHHO. IlepBrIii muk
Ha auarpamMax NH;—TPD o0braHO cBsizaH co crnalbl-
MH KHCJIOTHBIMH LIEHTPAMH, BBI3BAHHBIMHU CBA3SIMU
T-O-H (T = Al, Si wim P). OH HaxomuTCs B IIEHTpE
YETBIPEXMEPHBIX CTPYKTYP, KOTOPbIE CIIOCOOHBI TOJIb-
KO IpeBpallaTh METAHOJI B JTUMETHIIOBBIN QUp U HE
CHOCOOHBI MPEBpalIaTh AUMETHIIOBBINA S(UP B JIETKHE
oneduubl. bonpias miomaap moJ 3TUM MUKOM 00y-
CJIOBJICHA HAJIMYMEM HEIOJHBIX CTPYKTYp B KaTaju-
TUYECKON KOMITO3UIIMHU, YTO MPHUBOAUT K CHIKEHHUIO
KPHCTAIIMYHOCTH oOpasna. Cpeau STHX TpexX Kara-
mu3atopoB obpaser] S-210-36, CHHTE3UPOBAHHBIN TPU
temrreparype 210°C u Bpemenu 24 9, ¢ OTHOCUTEIEHO
6omnee HU3KOU KpucTauIHOCTHIO (0.554), nmeer ca-
MBbI€ BBICOKHE CJIA0bIe KHCIOTHBIE EHTPBI, KAK BUJHO
no nepsomy nuky npodunst NH;—TPD. Bropoii nuk
Ha puarpamMmMme NH;—TPD noka3piBaeT cuibHbIE KHUC-
JIOTHBIE LEHTPBI, OOYCIOBICHHBIE T'HJIPOKCHIBHBIMH
rpynnamu —SiOHAI- B karanuzarope. CUiIbHBIE KN
HOIVIOIIEHHSI TPU BBICOKHX TEMIIEpaTypax OO0yCIIOB-
JIEHBl OOJIBIITMM KOJIMYECTBOM CHJIBHBIX KHCIOTHBIX
HeHTpoB u pasHoBugHocTsMu Si (0-3Al) wiu Gomb-
IIMM KOJIMYECTBOM OCTPOBKOB KPEMHHS B Karaju3a-
TOpe. DTH LEHTPHI MOAXOAAT AJS MOMYUYCHHUS JIETKUX
oneguHOB. YeM BbINIE 3TOT MHK, TEM OOJbIIEC CHIIA
9THX KHUCIIOTHBIX LIEHTPOB B oOpasue. [ns obOpasua
S-170-24 Bropoii muK NOSBWICS NpH OoJiee BBICOKOI
temrieparype (434°C), dem y ApyTHX KaTaaw3aTo-
POB, MO3TOMY 3TOT 00pa3ell UMEET CaMy0 OOJIBIIYIO
MIPOYHOCTb CHJIBHBIX KHUCIOTHBIX LEHTpOB. C npyroi
CTOPOHBI, MHTEHCHBHOCTb BTOPOIO IHMKA YyKa3bIBA€T
Ha KOJIMYECTBO KHUCIOTHBIX LIEHTPOB U IIPOIOPLIUO-
HaJlbHa KOJMYECTBY BBIAEISEMOI0 aMMHaKa, KOTOpoe
y oOpasua S-170-24 Bbime, yeM y ABYX IpyTrux 00-
pasmos. Kak nmokazano B Ta0m. 4, obpasier S-170-24 u
S-210-24 umeroT HanboJiee CUIBHBIE KUCIOTHBIE LIEH-
TpPBI, U 00Ilee KOIUYECTBO JeCOPOMPOBAHHOTO B HUX
NH; cocrasmnsier 2.584 u 2.708 MMOJIB/T; COOTBETCTBEHHO.
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XapakTepucTnka karajamsaropa. OjHako, Kak
MOKa3aHO Ha pHC. 6, TCHACHLUS K CHUKEHHIO, a 3aTeM
K YBEITMYCHHUIO CEJIEKTUBHOCTH y 00pasioB S-170-24,
S-190-24 u S-210-24 (cuHTE3WPOBAHBI TIPH TOCTOSH-
HOM 24-9acoBOW KPUCTAIM3AINH U TEeMIIepaTypax
170, 190 u 210°C) Takxke cornacyercs ¢ 3TOW JIOTH-
koii u ananmuzoM BET u TPD 006pa3moB, MOCKOIBKY
YyeM BBILIE y/AEIbHAs IJIOMIA[b [IOBEPXHOCTH U KHUC-
JIOTHOCTb, TE€M OOJbIIE BBIXOJA JIETKUX OJIe(UHOB
[36]. Kak mokaszano Ha puc. 7, [uisi 00pa3ioB, CUHTE-
3UPOBAaHHBIX MpU MOCTOAHHON Temmeparype 170°C B
pasHbie iepuonsl Bpemernu (12, 24 u 36 ), mpu yBe-
JMYEHUU BPEMEHHU CHHTE3a CEJIEKTUBHOCTH KaXKIOTO
oOpasla cHadana yBeJIHMYUBalach, a 3aT€M YMEHbIIa-
nack. TeHOeHINS K YBEIIMUEHUIO CEJICKTUBHOCTH 3THX
Tpex 00pa3L0B COOTBETCTBYET TCHACHLUH K yBEIHYe-
HUIO UX MPOIEHTHOM CTEeNeHN KPUCTAIIIMYHOCTH, T10-
CKOJIBKY C YBEJIMYEHUEM MPOLEHTa KPUCTATITUIHOCTH
(am3kas amopdHas (a3a W HENOJHBIE CTPYKTYPHI B
00pasIiie) CENeKTUBHOCTD YBETUIHBACTCS. TCHICHIIHS
M3MEHEHHsI CENIEKTUBHOCTH y 3THUX 00pasloB TaKke
COIVIacyeTcsl C KPUCTAJUIMYHOCTBIO 00pas3noB. O06-
pasubr S-210-12, S-190-12, S-170-12 Obun cUHTE3H-

HTEeHCUBHOCTD

|/ |
100 150 200 250 300 350 400 450 500 550
Temmnepartypa, °C

Puc. 5. Nzo6pakenne NH;—TPD a7t mpuroToBIeHHBIX B
TeueHne 24 4 xaraiam3atopoB: (/) S2 (CHHTe3upoBaH MpU
170°C); (2) S5 (cuntesuposan npu 190°C); (3) S8 (cunTe-
3upoBat mpu 210°C).
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Tadmuma 5. Pe3ysibrarsl onpeeneHns KaTaIuTHUECKUX XapakTepucTUK o0pasioB SAPO-34, cHHTE3UPOBAaHHBIX IPYTHMH

METOJaMH1
Cpok ciyx6b! Venoust sKkemyatanun CenexTUBHOCTh Bpewms Marpuna (Ha OCHOBE JIut.
oneduHoB, % | ombita, MuH | Al,O3, MosekyisipHas) | CCBUIKA
TpanuumonHsIi >99% T=450°C 85.2 (C,—C5) 242 TEA=1.8, TEABr=1.5 [39]
WHSV =4.16 47!
Tpanuumonssii = 100% T=420°C 84.3 (C,—C5) 166 MOR =4 [40]
WHSV =4 4!
Tpanutmonnsrit = 100% T=425°C 83.6 (C,—C3) 264 MOR =4 [41]
WHSV =2 4!
TpanutmoHHbIH >99% T=400°C 15.0 (C,—Cy) — TEAOH =2 [42]
GHSV =4200 4!
TpanuumonHsIi >99% T=425°C 83.0 (C,—C5) 396 TEAOH = 0.94, [43]
TEA=1.56
WHSV =214"!
TpanuumonHsIi >99% T=400°C 83.6 (C,—Cy) 330 TEAOH =1 [44]
WHSV =0.5q"!

poBaHbl Npu 12 4 KpUCTAIIIM3AIUU U TEMIIEpaTypax
kpuctamuzanuu 170, 190 u 210°C. IlepBoHayanbHO
CEJIEKTUBHOCTh CHMYKAJIACh 3a CUET MOBBIILIEHUS TEM-
nepatypsl cuHTe3a 10 190°C, 3arem yBennuuBanach C
MOBbIIIEHHEM TemrepaTypsl 10 210°C, uto sBisieTcst
MIPOTUBOIIOIOKHOW TEHAEHIIMHM H3MEHEHUs pa3zMmepa
KPUCTAIIJIOB, @ IMEHHO: C YBEIIMYCHUEM TeMIIepaTypbl
CHUHTE3a pa3Mep KPUCTAJUIOB CHayaja yBEJIWYMUBaJ-
csl, @ 3aTeM YMEHBINAICS. DTO MOKHO OOBSICHUTH TEM
(axToM, YTO MO Mepe POCTa KPUCTAILIOB JUIMHA MYTH
MIPOHUKHOBEHHMS B MOJIOCTAX TaKKe yBEJIUYMBAETCS, a
MIPOAYKTHI, ITOJy4aeMble Ha BBIXOJE U3 MOJOCTH, MOJ-
BEPraroTcsi BTOPUIHBIM PEaKHsIM, UTO BEJCT K CHHUKE-
HUIO UX CEJIEKTUBHOCTH [36].

HccnenoBanue BIUSHUS TEMIIEpaTypbl U BpEMEHU
KpucTayu3anuy Ha katanuzarop SAPO-34 nokasbiBa-
T, 4To OOMNbINAs YaCTh aKTUBHOCTH CBSI3aHA C BIIUSTHH-
€M 3TUX MapaMeTpPOB Ha MOP(OIOTHIO U CBOMCTBA Ka-
tanuzaropa. [Ipu 3ToM, 32 HCKITIOYEeHHEM HECKOJIBKUX
ciydaeB, GyHKOUs Karaiauzatopa B npouecce MTO
HE u3ydajnack. Pe3ynbraTel McciaeqoBaHUN MOKa3bIBa-
0T, YTO OZIHOBPEMEHHbBIEC U3MEHEHHS TEeMIIEPaTyphl U
BPEMEHH MOTYT BIIMSATh Ha CTPYKTYPHBIE U KUCJIOTHBIE
cBoiicTBa Karamuzaropa SAPO-34, 4ro mpuBOIUT K
oOpaszoBanuto Jierkux onedunoB B mporecce MTO.
CornacHo Tabi1. 5 B 3TOM HCCIIEIOBAHNY MTOyYCHA Ce-
JIEKTUBHOCTH 10 THJICHY U TPOIWICHY; XOTS pa3Mep
KPHCTAJIOB OBbLI MUKPOMACIITA0HBIM, OHA CPAaBHUMA C
JaHHBIMU UCCIIEA0BaHMS, B KOTOPOM KPHCTAIIBI MMENN

HaHOMAacCIITa0HbIE pa3Mephl. B Tabi. 5 npencraBieHo
CpaBHCHUC HAIINX KaTAJIUTHYCCKHUX XapaKTCPUCTHUK,
nony4yeHHbIX B npouecce MTO, ¢ xapakTeprucTukaMu
katanu3zatopoB SAPO-34, cuHTe31pOBaHHBIX APYTUMHU
HCCJICAOBATCIIAMU U APYTUMHU METOJaMU. BI/IIIHO, qTO0
MIPOU3BOINTEIILHOCTh CHHTE3UPOBAHHBIX HAMU 00pa3-
OB IIpX 3HAYUTCIIBHOM CHUXCHHUU KOHIICHTpAIlluX Ma-
TpuIlsl (template concentration) ObLTa BEIIIIE, €M TIPO-
W3BOJIUTEIBEHOCTh KATAJIM3aTOPOB W3 aHATOTHYHBIX
uccneaoBaHuid. BaxkHO OTMETUTh, YTO HAILIKA MPEBOC-
XOJIHBIE Pe3yJIbTaThl OBLIM TIOIXYYEHBI HE TONBKO MpPH
3aMETHOM CHW)KEHUU CONIepKaHus MaTpuIlbl (template
content), HO ¥ MPH UCHBITAHUSIX CBHIPbS, OIMU3KOTO TIO
COCTaBy K MPOMBIIUIEHHOMY. Monugukaius Kapka-
ca IEOJTUTa MOXKET BBITIONHATHCS C IETbI0 W3MEHEHUS
KHUCJIOTHBIX, OCHOBHBIX HMJIM OKHCJIHUTCIIBHO-BOCCTAHO-
BUTENBHBIX CBOMCTB. Takume Karamu3aTopbl MOIXOIAT
JUTSL UCTIOJNIB30BaHUSl B KaueCTBE KaTaJIM3aTOPOB Ha
OCHOBE IEOJHUTA JUId IOCTOSHHO PACHIMPSIONIETOCS
YHUCIIa KOMMEPYECKOTO UCTIONb30Banus. MHoTna Moan-
¢uKauus LEoNIuTa MOCe CHHTEe3a MCIOJB3YeTCs A
U3MCHCHHUA aKTHBHOCTH M CCJIICKTUBHOCTHU KaTaJiu3a-
TOpa IMyTeM M3MEHEHHS CTPYKTYpBI KapKaca, pasmepa
MOp WJIM KOHIEHTPAIIUN B PACIIPEICICHHUS KUCIOTHBIX
HEHTPOB. DTO MOXET OBITh JIOCTUTHYTO Pa3IMYHBIMU
MeTOoJIaMH, HalpuMep U3MEHEHWEM OTHoIeHus Si/Al
ITyTE€M OTCJIOEHUS W BBEJEHHS HOBBIX aTOMOB B Kap-
Kac, TUAPOTePMAIbHON 00pabOTKH, 00PaObOTKH CHIIb-
HBIMH KHCIIOTaMH (HAIPUMED, IMABEIECBON KHUCIOTOMH,
YKCYCHOM KHCJIOTOW M T. 1.) HJIM KOMIUIEKCOOOpa3o-
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Puc. 6. CenexriBHOCTB 00pa3IioB KaramiaTopos (a) S-170-24,
(6) S-190-24 u (B) S-210-24 B peakiuu cuHTE3a 0JC(HUHOB;
(1) atunew, (2) npomnmies, (3) C,+Cs.

BaTeJSIMU [HAIIPUMEp, STUJICHIMAMHUH TEeTpayKCyCcHast
kuciora (EDTA)] u noHHBIM OOMEHOM.

B nanHo# pabore m3yudeHsl 3QQexTsl MoanupuKa-
uuu neonuta SAPO-34 ¢ ucnonb30BaHUEM pa3iny-
HBIX KaTtanu3aropoB SAPO-34 npu crneayomux ycio-
BUsIX peakuuu: temneparypa 410°C, nasnenue 1 Gap,
WHSV 2 u!. Pesynbrarel peakuuii MeTaHona ¢ Hc-
MOJIb30BaHUEM PA3TUYHBIX MOAU(DUIIMPOBAHHBIX LIE0-
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Puc. 7. lnarpamma MakcuMalibHOM CEIEKTUBHOCTH BbIXOJa
JETKUX OJIC(UHOB [UIsl CHHTE3UPOBAHHBIX 00PA3L0B KaTa-
m3aropa (S1-S9): (/) atuinen, (2) nponuieH.

JIUTHBIX KaTaJIU3aTOPOB IMOCNE 8 4 pabOThl MOKAa3aHbI
Ha puc. 8. bpuTH CHHTE3UpPOBaHBI 9 00PA3IOB MyTeM
W3MEHEHUsI TEeMIIEpaTypbl U BPEMEHHU KpUCTaJIN3a-
uuu B quamnasone 170-210°C, 12—-36 4, COOTBETCTBEH-
HO, TIpu MossspHOM cootHomeHun 1Al,O; : 1P,0s:
0.4Si0, : 1P,05 : 0.5TEAOH : 1.5SMOR : 70H,0.
[Ipouenypa MomuduKaum, MpoBeACHHAs Ha IICOIHTE,
M3MEHWIIa KOHBEPCHIO MeTaHoma ¢ 99.6% mns mcxon-
Horo neosmta SAPO-34 Ha 99.7, 99.7, 99.2, 98.7, 97,
99.6, 98.6 1 98.3% g neonuTa, MOTUPUITUPOBAHHO-
ro ¢ ucnoas3oBanueM SAPO-34, cOOTBETCTBEHHO.

Wrak, o6pazenr S5 (S-190-24, cunTe3upoBaH mnpu
190°C B Teuenne 24 49) ¢ OTHOCUTEIBHO HEOOIBIITNM
pasMepoM KpHUCTAJIIOB, BBICOKHM IPOIEHTOM OTHO-
CUTENIbHOW KPUCTAJUIMYHOCTH, CAMOW BBICOKOH IIJIO-
1IAJIbI0 TIOBEPXHOCTU M BBICOKOM KHUCIOTHOM CHIION
AMEEeT CaMyI0 BBICOKYIO CEJIEKTUBHOCTH IO JIETKUM
onmeprHaM. 32 HUM C HEOOJNBIION pa3HUIICH ClemyeT
CHUHTEe3WpOBaHHBI oOpazerr S7 (S-210-12); on obe-
CIIEYMBACT HAWOOJBINYIO CEIEKTUBHOCTh MO JIETKHM
omeprram. Oobpazerr S9 (S-210-36) m3-3a BBICOKO-
TO coaepaHuss aMoppHON (a3bl, HU3KOTO MPOIICHTA
KPUCTAINTMYHOCTH | 3arpsisHeHHOH ¢a3bl SAPO-5, mo
CPaBHEHUIO C JIPYTMMH KaTaJIu3aTopaMH JEMOHCTPH-
pyeT Ooiee KOPOTKHUI CPOK IEHCTBUS U HU3KYIO CelleK-
tuBHOCTH. OOpazer S1 (S-170-12) u3-3a HeOombIIOTO
pa3Mepa KpUCTAIJIOB, BBICOKOW KPHCTAUIMYHOCTH U
CpeIHel KUCIOTHOCTH MMEeT HauOoyee JUIUTEINbHBIH
cpok neicTBus. [lpu MoBBIICHNH TeMIIEpaTyphl WITH
BPEMEHH KpPHUCTAUTM3allMd B HEM O0pa30BhIBAJIACh
amopduas aza, yTo HeONArOMPHUATHO AJSI KPUCTAI-
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Puc. 8. Biusnue MonupuKaIiy 11e0uTa Ha KOHBEPCUIO MeTaHona (Temneparypa 410°C, nasnenue 1 6ap, WHSV 2 1),

nrugHOCTH. [103TOMY OH OBLT BBHIOpAH KaK ONTHMAIhb-
HBIM KaTanm3arop st oopasma S5 (S-190-24).
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