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N30MEPU3ANIUA M-KCUJIOJIA HA TIOJIMMETAJIVIMMECKUX
HEOJIUTHBIX KATAJIN3ATOPAX

®@. 1. Kepumau, A.M.Mareppamos, X.M.A3mamenosa, C.2.Mamenos

Baxunckuii 'ocyoapcmeennviii Yuusepcumem
AZ 1148 Faxy, yn. 3. Xanunosa,23, e-mail: fuad_kerimli@mail.ru

B peaxyuu uzomepuzayuu M-Kcunona yCmaHosienvl blCOKAsl Napa-ceieKmueHOCHb U U30MePU-
3y0uasn CeneKmueHOCMb NOTUMEMANTULEeCKO20 KAmaiu3amopa Ha OCHOBe 8blCOKOKPEMHE3eMHO-
20 yeoauma muna yrempacuna (YC), Moouguyupo8annozo 1aHmManom, cepmanuem u niamunotl,
umo 00YCA06IEHO CO30AHUEM ONMUMATLHO20 COYeMAaHUsi MEeMANIU4ecKux U KUCIOMHbIX UYeH-
mpos. Ha nonumemaniuueckom xamanuzamope cocmasa 0.5%Pt0.25%Ge 0.68LaHYC ¢ unmep-
sane memnepamyp 350-400 °C cmenenv u cenexmusnocms uzomepuzayuu cocmasisiom 26.8-

30.6 mac% u 94.8-97.8% coomeemcmeenno.

Knrwouesvie cnosa: yeonum muna yrompacun, uzomepuzayus, m-kcuion, Pt, La u Ge.

BBEJAEHUE

MonudunupoBanue IEOJUTOB CEMEH-
CTBa TICHTACWJIOB Pa3JIMYHBIMU JJIEMEHTAMHU
BBI3BIBACT 3HAUYUTCIIBHBIC HU3MCHCHUA HUX aK-
TUBHOCTH U CENEKTUBHOCTH B TMPEBPALICHHIX
kemnonoB [1-4]. Cpenu KCuitojioB Hambosee
[EHHBIM HM30MEPOM SIBIISETCS T-KCHJIOJN, HC-
XOJJTHOE BEIIECTBO JUISI TIPOM3BOJCTBA Teped-
TajeBOW KUCIOTHI. B cBsA3M ¢ 3TUM pa3zpaboTka

I1apa-CeJICKTUBHBIX KaTAJIM3aTOPOB I IIPO-
1ecca M30MEepU3alMi M-KCHIIONA MPEACTaBIIsA-
eT OOJIBIION UHTEPEC.

Ilens HacTosimiedl pabOTHl H3ydeHUE
BIIUSIHUSL MOJU(PUIIMPOBAHUS 1IE0JIUTA YIbTPaA-
CWJIa JIAaHTAaHOM, F€PMAHMEM WU IUIATUHOW Ha
€ro KAaTAIUTHYECKHE CBOMCTBA B pPEaKIUHU
MU30MEpU3aLUU M-KCHJIIOJIA.

OKCIIEPUMEHTAJIbHAS YACTD

JIns wccnenoBaHus ObUT B3SIT LEOJTHT
TUMA TICHTACWIa C MOJIBHBIM OTHOIICHUEM
SiO,/Al,03=61. H-dpopmy 1neonura moxydann
myTeM HWOHHOro oOMeHa c lH. pacTBOpoM
NH4Cl ¢ mocnenyromiei npokankoid npu 550
°C B Teuenne 4 uacos. La-H dbopmy 1eonmra
NOJTy4aJld METOJIOM HMOHHOTO OOMEHa, C HC-
nosib30BaHueM 2%-HOTO pacTBOpa HHUTpaTa
nanrana [3]. Crenens nonnoro oomena H' na
La®* cocraemsuia 68.0 %. Moauduuuposanue
La-H-ynapTpacuia repMaHueM MPOBOIWINA Me-
TOJIOM TIPOITUTKH C UCIOJIb30BAHUEM PacTBOpa
GeCly; B wm3ompornmioBoM crupre. BBemnue
TUTATUHBI OCYIIECTBIISUTM METOJIOM HOHHOO0-
MEHHOW TPOMUTKH C MCIOJIb30BAaHHEM pac-
TBOpa TeTpaaMMHaKaTa TUTATUHBI
[Pt(NH3)4]Cl,. Conepxanust repmanus u 1ia-

TUHBI B KaTtanu3atope coctasimsuio 0.2 u 0.5
Mac.% cooTtBercTBeHHO. [locie momuduimpo-
BaHUS 11€0JIUT BBICYIIMBAIIM HA BO3/1yX€E, 3aTEM
B cyurmiibHOM mkady npu 110 °C u MIPOKaJIH-
Banu B MydenbHOi neun npu 350 u 550 °c
COOTBETCTBEHHO MO 2 4Yaca W BOCCTaHaB-
auBanu Bogopoaom mpu 380 °C B Teuenne 2
YacoB.

Karanuzaropsl HMCHBITHIBAIM B peak-
MU U30MEpHU3allud M-KCHUJIOJIa B HHTEpBaJe
TEMIIEPATYP 300-400°C, ¢ oGwhemHoit CKOpO-
CTBIO TOJa4yu ChIpbs 1 9 U MOJIBHOM OTHO-
menuu Hp/ceipbe, paBHOM 3. [IpoayKkThl peak-
LUH aHATTM3UPOBAIIN ra3oxpomaro-
rpadudeckum metojoM [3]. B kauecTBe ChIpbs
UCTIOJIb30BAIM M-KCHJIOJ MAPKH «XU».
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PE3VJIbTATBI 1 OGCYXXIEHUE

B Tabnuue mnpuBeneHbl pPeE3yNbTAThI
U30MEpHU3aIMM M-KCHJIOJa Ha MOAUDUIIUPO-
BaHHBIX YynbTpacwiax. Bumgno, uro na H-
dopme ynbTpacuia U30MepU3aLus M-KCHIIONA
IIPOTEKaeT HeceleKTUBHO. [Ipuyem, ¢ MOBBI-
HIEHUEM TEMIIepPaTypbl MPOUCXOIUT JalbHEH-
1iee CHI)KEHUE CENEKTUBHOCTH, YTO, OYEBH]I-
HO, CBSI3aHO C YBEJIMYEHUEM CKOPOCTH TpaH-
CAJIKWJIMPOBAHMSI KCHUJIOJIOB U BO3PAaCTaHUEM
conmepxkanus Tpumetmioen3ono (TMB) B
NpOoAyKTax peakuuu. Hampumep, mpu MOBBI-
mennn Temmeparypsl ¢ 300°C 1o 400°C ce-
JIEKTUBHOCTh HW30MEpU3AlIMU CHIKAETCS C
93.3% no 83.8%. Ha H-popme ynbTpacuia Bo
BCEM UCCIIEyeMOM HHTEpBaje TeMIepaTyp
otrnomenne I1K/OK 6mu3ko K TepMoanHaMu-
YeCKOMY PaBHOBECHOMY 3HAYEHHMIO U COCTaB-
nset 0.96-1.12.

[Tpu monudunupoBanuu H-yibTpacu-
Jla JAaHTAHOM TIPH TEMIIEpaType U30MEPH3aIHH
300°C Benmunna coorHourenust 1TIK/OK Bos-
pactaer mo 2.74. Ilpu NOBBIIIEHUH TeMIepa-
TYpbl PEaKLuu J10 400°C ornomenne TTK/OK
camkaercs 10 1.28, T.e. OIM3KO K TEPMOIHU-
HaMHMYECKH PaBHOBECHOMY 3HAYECHHMIO.

Crnenyer OTMETUTH, UTO B pe3yjibTare
MonudummpoBanusi H-ynpTpacuna JaHTaHOM
CEJIGKTUBHOCTh H30MEpPU3AIMH BO3PACTaeT C
93.3 mo 95.8%. OnHako B MHTEpBaje TEMIIE-
patyp 350-400 OC cenexkTuBHOCTD HU30Mepu3a-
uuu Ha La-comepxamiem oOpasie Cyuiect-
BEHHO CHWKaeTcs U coctaBisieT 89.2-91.5%.

MonudunupoBanue La-conepikarniero
KaTajau3aTopa IUIaTUHOM B KosnuecTBe 0.5 mac
% 3HAYUTENBHO YBEIMYMBACT €r0 H30MEpHU-
3YIOLIYIO CEJICKTUBHOCTh u napa-
ceJIeKTHBHOCTh. [Ipm TemmepaType peakiuu
300°C ornomenue ITK/OK BO3pacTaer 10
3.32, a cenexTuBHOCTH 10 97.5%. Moaudumm-
poBanue Oumeraunueckoro Pt-La comepika-
[IeT0 KaTalli3aTopa TepMaHUueM B KOJIMYECTBE
0.2 mac.% npUBOIUT K HE3HAUUTEIHLHOMY BO3-
pacTaHHi0 ero mapaceiieKTuBHOCTH. OTHOIIIE-
Hue [1K/OK Bo3pacraer ¢ 3.32 no 3.43. Ongna-
KO TePMaHHMI OKA3bIBACT CYIIECTBEHHOE BIHSI-
HUE HAa W30MEPHU3YIOIIYI0 CENEeKTUBHOCTh OU-
METaJIJTN- YeCKOT0 KaTaim3aropa. Bo Bcem uc-
CIelyeMOM HWHTEpBalieé TeMIepaTyp MOoIuMe-
taimmaeckuit Ge-Pt-La-conepxkammii kaTanu-
3aTop MposiBiIsieT Ooyiee BBICOKYIO H30MEpPHU-
3YIOIIYIO CeJCKTUBHOCTH (94.8-98.4%).

[IpeBpamenne m-kcumona Ha H-ynerpacune (H-YC), MoandunmnpoBaHHOM JIAHTAHOM,
TepMaHUEM U IIATUHOM.
(P=0.1MTIlIa, o6bemMHast CKOPOCTh MOJa4YH CHIPBs 1.0 g’ Hy/ceipre=3.0 Mop)

Heomut T, °C Konsep- BrIxosa Ha nponyIieHHoe ChIpbe, %o TIK/ CenexTus-
cus, MK OK TMb ITpoune OK HOCTb U30-
MK MOOOYHBIC MepH3alnH,
Mac.% IIPOAYKTBI %
H-VC 300 39.9 19.7 175 1.0 1.7 1.12 93.3
350 47.2 21.6 19.6 2.4 3.6 1.10 87.2
400 54.3 22.3 23.2 3.4 5.4 0.96 83.8
La-HYC 300 315 22.1 8.1 0.5 0.8 2.74 95.8
350 38.8 23.1 12.4 1.2 21 1.86 91.5
400 47.5 23.8 18.6 2.1 3.0 1.28 89.2
0.5%pPt/La- 300 20.4 15.3 4.6 - 0.5 3.32 97.5
HYC 350 30.5 215 7.6 0.6 1.2 2.82 94.2
400 32.1 21.3 8.7 1.1 2.1 2.45 90.4
05%pPt,0.2 300 18.5 141 4.1 - 0.3 3.43 98.4
%Ge,La- 350 26.8 19.3 6.7 0.2 0.6 2.88 97.0
HYC 400 30.6 20.8 8.2 0.6 1.0 2.53 94.8

1IK- napa-kcunon, MK- mema-xcunon, OK- opmo-xcunon, TMB - mpumemunbensonst
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TakuM 00pa3oM, MOITYYCHHBIE IKCIIE-
PUMEHTAJIbHBIE JAHHBIE CBHUJIETEIBCTBYIOT O
TOM, YTO MOJUMETAIIMNYECKUN LEOIUTCOaEp-
JKAIUKA KaTaiau3aTop MposBILET Oosiee BBICO-
KYI0O H30MEpHU3YIOIIYI0 CEJIEKTUBHOCTb, YEeM
MOHO-M OMMETaNTNYECKUI KaTaln3aTopshl.

[To-BuammMoMmy, 3TO CBSI3aHO C TEM, UTO
B IIPOLECCE OKHUCIUTEIBHOM M BOCCTAHO-
BUTEIBHOH TEPMOOOpPAOOTOK Karalu3aropa
MOKET UMETh MECTO 00pa30BaHME KIIACTEPOB
IUTATUHBI, CTAaOWIM3UPOBAHHBIX B3aUMOJICH-
CTBUEM C HU3KOBAJICHTHBIMU HOHAaMHU IepMa-
HUS, YTO, B CBOIO OUY€pellb, JOHKHO MPOBECTH
K M3MEHCHHIO KaTaTUTHYECKUX CBOWCTB [4-5].
[lomy4yeHHble HaMHM JAHHBIC TOJATBEPXKIAIOT
BbIBOJ [6], YTO B MPHCYTCTBHM TE€pPMaHHsI
CHUIKAETCSl aKTUBHOCTh B PpEAKIUHU, MPOTe-
Kalled yepe3 MPOYHO aAcopOMpOBaHHBIE
MOBEPXHOCTHBIE COCAMHEHUS (THAPOTECHOU3),
Y TIOBBIIIAETCS BKJIAJ PEaKUUUd U30MEpU3aLUH,
uaylie yepes cnabocBA3aHHbIE COCAUHEHMS.

N3BecTHO, YTO OCHOBHOW MPUYUHOU
M3MEHEHUSI KaTaIMTUYECKON aKTUBHOCTHU 11€0-
JUTOB B U30MEPHU3ALMU U AUCTIPONOPLIU- OHH-
pPOBaHUU KCHUJIOJIOB SIBJIIETCS M3MEHEHHE YHC-
Jla ¥ CHJIbI KUCJIOTHBIX IIEHTpOB [7]. Panee Ha-

MU YCTAHOBJICHO, YTO MPH MOIUPHUIMPO- Ba-
HUM TEHTACUJIOB MHOTO03apsTHBIMH KaTHOHA-
MU MIPOUCXOJUT YMEHBIICHUE CHUJIbI OpEeHCTe-
JIOBCKUX KHCJIOTHBIX IICHTPOB U 00pa3oBaHHUE
HOBBIX AlPOTOHHBIX KUCIOTHBIX IIEHTPOB [8].

Ponr xatmonoB La cBoautcs, Tmo-
BUMMOMY, K TOMY, 4TO B Pe3y/IbTaTe HOHHOTO
oOMEHa OHHM 3aMEINAlT YacTh MPOTOHOB B
«MOCTHUKOBBIX» THJIPOKCHJIBHBIX TpYIIax Iie-
OJIMTHOTO KapKaca, yMEHbIIAs TEM CaMbIM
KOHIICHTPAIIMIO HauOoJiee CHIbHBIX OpeH-
CTEJIOBCKUX KHCJIOTHBIX IIEHTPOB, OTBET-
CTBCHHBIX 3a MPOTEKaHWE MOOOYHBIX IMPOIEC-
COB JIUCTIPOIIOPIIMOHUPOBAHUS U TPAHC- AJIKHU-
aupoBaHus. ['mapatupoBaHHBIC KaTHOHBI La,
BBIMOJTHSOIIME POJIb KOMIIEHCHPYIOIINX Ka-
THOHOB  PEHICTKH, TPH  JCTHAPOKCHIIH-
POBaHHUHU MPEBPAIIAIOTCS B KOOPAWHAIIMOHHO-
HCHACBIIICHHBIC BHEPCIICTOYHBIC KATHOHBI -
JILIOUCOBCKUE KHCJIOTHBIE LEHTPBL. DTO JaeT
OCHOBAHHE IMPEIIOI0KHUTh, YTO JJIS MPOTEKa-
HUSI CEJIEKTUBHON HM30MEpH3alid M-KCHIIOIa
HEOOXOJMMO OIPEJCICHHOEC COYETaHUE Me-
TATMYECKUX, OPCHCTEIOBCKUX W JIBFOMCOB-
CKHX KHMCJIOTHBIX I[EHTPOB.
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No ok

IZOMERIZATION OF M-XYLENE ON POLYMETAL ZEOLITE
CATALYSTS
F.S.Kerimli, A.M.Maharramov, H.M.Azmammadova, S.E.Mammadov

Baku State University
Z . Xalilov str., 23, Baku AZ 1148, Azerbaijan Republic; e-mail: fuad_kerimli@mail.ru

The isomerization reaction of m-xylene made it possible to establish high para-selectivity and isomerizing
selectivity of polymetallic catalyst based on high-silica zeolites such as ultrasil modified lanthanum,
germanium and platinum due to the creation of optimal combination of metal and acid sites. Selectivity
and isomerization rate made up 26.8-30.6 wt% and 94.8-97.8% respectively on the 0.5% Pt 0.25% Ge
0,68LaHUS polymetallic catalyst at the 350-400° C temperature range.
Keywords: ultrasil type zeolite, isomerization, m-xylene, Pt, La and Ge.

POLIMETALLIK SEOLIT KATALIZATORU ISTIRAKINDA M-KSILOLUN
IZOMERLOSMOSI

F.S.Korimli, A. M.Maharromov, X. M.Azmammoadova, S.E.Mammadov

Baki Doviat Universiteti
AZ 1148 Baki, Z Xalilov kii¢., 23, e-mail: fuad_kerimli@mail.ru

m-Ksilolun izomerlogmoasi reaksiyasinda lantan, germanium vo platinlo modifikasiya olunmusg
yiiksaksilisiumlu ultrasil (HUS) seolit asasli polimetalseolit katalizatorun metallik va tursu markazlorinin
optimal nisbatinin yaradilmasi hesabina yiiksak para- va izomerlosmo segiciliyi miiayyon edilmisdir.
0.5%Pt 0.25%Ge 0.68LaHUS torkibli polimetallik katalizatorun istirakinda 350-400 °C temperatur
intervalinda izomerlagma doracasi va segiciliyi uygun olaraq 94.8-97.8% va 26.8-30.8 kiit% taskil edir.
Acar sozlar: Ultrasil tipli seolit, izomerlosma, m-ksilol, Pt, La va Ge.
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