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IBOJIIOIUA KUCJIOTHBIX OH-I'PYIIII BBICOKOKPEMHE3EMHBIX HEOJIMTOB THUITA
YJIBTPACUJIA U UX KATAJIMTUYECKAS AKTUBHOCTb B U3OMEPU3AIINN
M-KCUJIOJIA

O@.111.Kepumau, J.U.Axmenos, C.2.Mup3anuesa, J3.b.Hypmamenos, C.3.Mamenon

Baxunckuii cocyoapcmeennwiti yHusepcumem

Hsyueno popmuposanue kuciomuvix OH-2pynn 8 yibmpacuiax npu pasiodceHut ux aiKuiamMmoH -
utinampuegvlx Gopm. [lokazano, Ymo yIbmpacuivl NPOSEIsIOM KAMAIUMU4ecKylo aKkmugHOCmb 8
usomepuzayuu M-kcunona nocie mepmoobpabomru npu 450-550 °C, kozoa npoucxodum npaxmuve-
CKU NOTHOE PA3NONCEHUe OP2AHUYECKUX KAMUOHO8 U 3asepuiaemcst popmuposarue kuciomuvix OH-

2pynn.

VYabpTpacuiiel, He MOABEPTHYTHIE MOCTIE CHUH-
Te3a MOHHOMY MOJM(HUIMPOBAHUIO, MOTYT OBITH
NpPUMEHEHbl B KayeCcTBE KaTaJU3aTOpOB allKh-
mupoBanus [1]. [TosTomy onpeneneHHBIN HHTEpEC
BBI3BACT U3yUCHHUE MTOBEJCHUS AJIKHUIIaMMOHHUITHAT-
PHEBBIX YIBTPACHIIOB B 3aBUCUMOCTH OT YCIOBUMN
WX TpeaBapuTeNbHON 00paboTKU B peakiuu H30-
MepHu3alK M-Kcuiioia. B HacTosmem coobueHnn
W3Yy4YeHbl KaTAJIUTHYECKUE CBOWCTBA AalIKUJIaM-
MOHUIHATPUEBOrO IEONHTA THUMA YIbTpacuia M
npouecc GpopmupoBanusa kucnotHeix OH-rpynm B
3aBHCUMOCTH OT IpeIBapUTENbHON TepMooOpa-
OOTKM 1I€0JMTAa B PEAKUUH H30MEPH3ALUN M-
KCUJIona.

OKCITEPUMEHTAJIBHAA YACTD

OTBITHI MPOBOJIMIIN B TPOTOYHON YCTAHOBKE
mpu atMochepHOM [aBIEHHHM MO MeToauke [2].
HcxomHoe BEMIECTBO — M-KCHJION MapKH «XU».
ITponyKThl peakiuu aHATU3UPOBAIUH XPOMATOr-
paduyeckuu [2]. B kauecTBe Karangmzatopa Hc-
MOJIB30BANIH TICOTUT THIA YIBTPACHIA C MOJBHBIM
otHotienueM SiO,/Al,O3 paBubiM 61, cuHTE3H-
POBaHHBI C TPUMEHEHHEM OPTaHMYECKOrO pea-
reHTa-TerpastTuiaMMonus. MK-crekTpbl cHUMATH
Ha criekrpodoromerpe UR-20 mo meromuke [2].

PE3VJIBTATHI U OBCYXXIAEHUE

Kak BuaHO U3 TaONMIBI, YNBTPACHIBI HAYH-
HAaIOT TIPOSABIATH KaTaJUTHYECKYI0 aKTHBHOCTBH
TOJIBKO TIOCNIE TIPEIBApUTENBHOTO MPOTpeBa MHpHU
t,>400°C. MakcuManbHas KOHBEPCHS M-KCHJIONA
HaOmomaercss 1t oOpas3loB,  MPOTPETHIX MPH
temneparypax 500-550°C. Temmepartypa mpes-
BapuUTENbHOIT TepMooOpadoTku (tp) ompenenser u
CENIeKTUBHOCTh JIelicTBUS Katanu3aTtopoB. Oue-
BHUJHO, NIPY M3MEHEHUHU TeMIIeparypsl ty u3MeHs-
ercsi He TOJBbKO KOHLEHTpauus, HO NpUpoda M
CBOMCTBa aKTUBHBIX LIEHTPOB B LIEOJIUTAX, a TAKKE
3¢ (deKTUBHbIE CEYeHUs] KAHAJIOB CTPYKTYPHI, UTO

BIIMSIET Ha aJICOPOIIMOHHbIE M TU(PYy3UOHHBIE Xa-
PaKTEPUCTHKH KaTATUTHYCCKHX CUCTEM.
W3znoxxeHHble pe3ynbTaThl MOJHOCTBIO COT-
nacyrorest ¢ ganHbIMH VK- criekTpockonuueckoro
UCCIICIOBAHUST PA3JIOKEHUST  AJKHJIAMMOHHEBBIX
KaTHOHOB M 3BOJIOLMHU KucinoTHbx OH- rpynm B
ynbrpacunax. Ha pucynke npusenenst UK- crek-
phI neonuta SiO,/Al,03=61, nporperoro B Toke
ocymenHoro Bo3nayxa mpu 200, 300,400, 500 wu
600 °C B Teuenue 4u. B CHeKTpax MPHUCYTCTBYIOT
nosiockl moryonieHus (m.m) B obmactu 1390-2000
cm’, obycnoBieHHble 1eOPMAIIHOHHBIMU KOJIe-
O0anmsimu N-H m C-H, monekyn Bozbl, a Takxe,
BEPOSITHO, OOEPTOHAMHU KapKacHBIX KoneOaHUu
[1,5], u B o6mactu 2800-3000 cm™” (BanenTHbIE
xoneGanms cemeit C-H). Ipu t,=200°C orcyt-
CTBYIOT monocsl nornouienusi OH- rpynm B o6na-
ctu 3600-3750 cm™ (crextp 1). IToce 06paGoTku
npu 300°C, korma yaaseTcsi OCHOBHOE KOJIdYe-
CTBO COPOMPOBAHHOW BOJIBI, MOSBISETCS ILII. TPU
3745 cm™, xoTOpas xapakTepHa IS BCEX H3BECT-
HBIX [IEOJIUTOB U ATFOMOCHUJIMKATOB M OTHOCHTCS K
BaJIGHTHBIM KojeOaHussMu OH- rpynm Ha rpaHsx
kpuctauioB (repmuHanbHbie OH- rpymmsr) wim
amopdHbIX mpumeceit B reonute. Ipu t,=400°C
PE3KO yMEHbIAETCSI MHTEHCUBHOCTH M.II Koyeba-
uuii csmseit C-H (2885-2973 cv™) u nossastercs
n.n kucnorHeix OH- rpymn mpu 3595 cm™ (puc,
crektp 3). Ho 4acTh opraHMYecKux BEIIECTB €Ilie
ocraercs B neonute. Tomsko npu 500°C oxu yna-
JISIFOTCSL IPAKTUYECKH MOJTHOCTHIO, OJHOBPEMEHHO
3aMETHO YBEIMYMBACTCS HMHTEHCUBHOCTH CTPYK-
Typubix OH- rpymn mpu 3610 cm™. Tocnenmss
npu t,=550°C cmermaercs 10 3615 cm ™. Umenno B
pe3yabTaTe pa3NOoKCHUS AJKWIAMMOHHMEBBIX Ka-
THOHOB, OCTAIOIIMXCS B KaHAJlaX KPUCTALUIOB B
pe3ynbTaTe CHHTE3a LEONUTOB, M yAAICHHS MOJe-
Kyn Boabl hopmupytorcst HNa- ¢opmer ynbrpacu-
JIOB, TIPOSIBJIAIOLINE CBOMCTBA TBEPIBIX KUCIOT H
KaTaJIM3UPYIOLIME PEAKI[H HOHHOTO THUIIA.
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Ta6auna. BiusHue TemrepaTypsl peaBapuTenbHoi 00pabotku (to) B Toke Bo3ayxa (4 1) Ha KaTaluTH-
YeCKME CBOMCTBA HATPHHUAIKWIAMMOHHEBOIO II€0JMTA THIA YJAbTPACHIA B U30MEPH3AIlMH M-KCHIIONA.
VYaerpacuin (Si0O,/Al,03;=61; 2,65%Al,03; 0,75%Na,05)

Temnepartypa CocraB npoaykros,%
peakuuy, °c to Koneepcus, % Kcunonsr
| M 0

300 300 - - - -
300 400 1.5 0.3 98.5 1.2
300 450 2.6 0.8 97.4 1.8
300 50 13.8 8.4 86.2 5.4
400 500 234 15.0 76.6 8.4
400 550 251 16.2 74.9 8.9
400 600 19.1 12.3 80.4 6.8
400 800 3.8 2.6 96.2 1.2
400 850 - - - -
400 500800 4.2 2.8 95.8 1.4

3aBUCUMOCTH HHTEHCUBHOCTH U IIOTO0XKEHUS
n.n crpykrypusix OH rpymn ot ty momBepxkmaeT
BBIBOJI 00 M3MEHEHUH KOHIIEHTPAIIMU U CHJIBI KHC-
JIOTHBIX IIEHTPOB B COOTBECTBYIOIIMX KATAIH3aTO-
pax (Ha CBOWMCTBAa STHX IEHTPOB 3HAYUTEITHHOE
BJIMSIHUE OYEBUIHO, MOXKET, OKa3bIBATh U KOIUYe-
ctBo Na,O B 1ieonure).
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Puc. UK CIIEKTPBI TOA-Na-ynbrpacuna
(Si,04/Al,05=61; 2,64%Al,05; 0,75%Na,0), npo-
rperoro B Toke Bosayxa mpu 200°C (1), 300°C (2),
400°C (3), 500°C (4) u 600°C (5)

Ipu BhIcOKHX Temmeparypax t>600°C mpo-
UCXOOUT JCTHIPOKCHIMPOBAHUE LIEOIUTOB, WX
OpeHCTeIOBCKasi KUCIOTHOCTh YMEHBIIAETCS |
aKTHBHOCTh B H30MEPH3aLlUM M-KCHJIOJA Tajaer
(ta6n.). Tpoxanueauue ymprpacuioB npu 800°C

MPHUBOIUT, MO-BUAUMOMY, K YACTUYHOMY JI€allio-
MUHHPOBAHHIO €To Kapkaca. B cnekrpax obpasua,
npoxanessoro npu 800°C, Habmromaercs paspe-
IIeHHAs [IOMONHUTEbHAS NUHUsA mpu 3680 cm™.
[IpucyrcTBue 310i monockl B auteparype no MK-
CIIEKTPOCKONIUN  JICAIOMUHUPOBAHHBIX  (poka-
3UTOB CBS3BIBAIOT C YIAJICHUEM alOMUHHS U3 Kap-
kaca 1eoautoB [5]. Ilporecc neaaroMUHUPOBAHUS
Kapkaca yJibTpacuiia HeoOpaTHM: pereHepanus
00pa3IoB, MPOKAJICHHBIX MPU 800°C u wcrons-
30BaHHBIX B peakuuu npu 500°C, He mpuBomuT K
JOCTIKEHUIO TIOKa3aTened sl KaTalu3aTOpoB,
c(hopMUpOBaBIIMXCS B Mpolecce 00paboTKu uC-
XomHbIX ymbTpacuaoB mpu 500°C (cpasrute nan-
usie st t=500°C u 500°C « 800°C, Tab6mn.). [pu
temneparype npokanki 850°C MOTHOCTBIO HCUe-
3ama monoca 3610 cM™ M permapaTauMs mpu To-
HW)KEHHBIX TEMIIepaTypax HE BOCCTAaHOBJIHMBAJa
sty m.i. ITocie npokanku yasrpacuna npu 850°C
OH TIOJIHOCTBIO TEPsUT CBOIO KAaTAaJUTHYECKYIO aK-
TUBHOCTb B U30MEPHU3ALIIH M-KCHJIOJA.

W3 monmy4eHHBIX AaHHBIX BHIHO, YTO KaTa-
mutrdeckas aktuBHOcTh HNa-yneTpacuinoB o0yc-
noBieHa HeOompmmMM kKonumdectBoM OH- rpymm,
KOTOpBI€, O-BUIMMOMY, BXOASAT B COCTAB aKTHB-
HBIX HEHTPOB W MOTYT YAAlAThCA B pe3ynbTaTe
paspylleHus: 3TUX LEHTPOB MPH BBICOKOTEMIIEpA-
TypHOit ofpaGorke (t>850°C). M3 monydeHHbIX
JaHHBIX BHUJIHO, YTO IOBBILICHHE TEMIIEPATYpHI
npoxanuarus 10 800°C yBenmumuBaeT celeKkTHB-
HOCTb B OTHOLICHMHM O00Opa3oBaHUsl II-KCUIIOJA.
OueBuIHO, 3TO OOYCIIOBICHO H3MEHEHHEM af-
COpOLIMOHHO-TIECOPOLIMOHHBIX M IU(P(PY3MOHHBIX
XapakTepUCTUK KaTallM3aTOpOB, IMPOHCXOASLINX
IIPU BBICOKOTEMIIEPATypHOI 00paboTke.
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YUKSOKSILISITUMLU UL TRA SIL SEOLITLORIN TURS OH- QRUPLARININ FORMALASMASI VO
ONLARIN M-KSILOLUN iZOMERLOSMOSINDO KATALITIK AKTIVLIYI

F.$.Korimli, E.I.Bhmadov, S.E.Mirzaliyeva, E.B. Nurmammadov, S.E.Mammadoy

Ultrasil seolitlorinin  alkil-ammonium-natrium formalarimin  termiki parcalanmas: prosesinds tursu OH -
gruplarvun formalasmast dyronilmisdir.

Géstarilmisdir ki, 450-550 °C-da iizvi kationlar tam par¢alandigdan sonra turs OH- qruplar amala galir va ul-
trasillor m-ksilolun izomerlagmasi reaksiyasinda katalitik aktivlik gostorir.

EVOLUTION OF ACID OH-GROUP HIGH-SILICA ULTRASIL TYPE ZEOLITES AND THEIR CATALYTIC
ACTIVITY IN ISOMERIZATION OF M-XYLENE

F.Sh.Kerimli, E.I.Ahmedov, Mirzaliyeva S.E., E.B.Nurmammadov, S.E.Mammadov

The article examines evolution of acid OH-group in ultrasil decomposition of their alkylammoniumsodium forms. It
has been determined that ultrasils evince catalytic activity at izomerization of m-xylene after thermal treatment at
450-550°C with full decomposition of organic cations and formation of acid OH-group.
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