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OCOBJIMBOCTI TETEPOI'EHHOI'O IIEPETBOPEHHSA H-AJIKAHIB
HA JEAKHUX CKIAJHUX OKCHJHUX KATAJII3ATOPAX

JBH3 «Yaiceopoocoruil nayionanvrutl yuisepcumem», 88000, m. Yorczopoo, eyn. Iliozipua, 46

Jlerki BYrneBOJHI: MeTaH, €TaH, MPOMaH
Ta H-OyTaH, SK KOMIIOHEHTH NPHPOJHOTO rasy,
MOXXYTh OyTH OKMCHEHI KHCHEM TIOBITPS B ITLITHIA
PSR WIHHUX KHCHEBMICHUX TPOAYKTIB JUIA

OpTaHiuHOTO CUHTE3Y B XiMIuHIH
MIPOMHMCIIOBOCTI, CEpell STKUX BAKIUBHH 1HTEpEC
MPEACTABISIIOT, ~ HACHYEHI 1  HEHACHYCHI
aNbIEr1 .

Oco0nrBO Ba)XJIMBOIO 1 HEOOXiTHOIO
BJIACTUBICTIO  KaTaji3aTopiB  MapIliaTbHOTO
OKHUCHCHHS H-aJKaHIiB € KHCJIOTHICTh iX

nosepxHi [1-4]. ¥V 3mimaHux okcuaax, o
CKIIaTy SIKHX BXOIWUTh JCKiIJIbKa KaTIOHIB 3
pI3HEMH  3apsAgaMH, KHCJIOTHI  BIIACTHBOCTI
MOCHITIOIOTHCS,, TIOPIBHSIHO 3 OKPEMO B3SITUMH
npoctumu okcugamu [5]. Ilpu mpoMy BemudnHa
KHCJIOTHOCTI BU3HAYAETHCS JIOHOPHO-
AKUENTOPHUMH BJIACTUBOCTSIMH KaTiOHIB, IO
BXOAATh JO CKJIaAy CKJIaJHOTO OKCHUAY. UM
BUIIIA EJIEKTPOHO-aKIIENTOPHA CHJIa KaTiOHA, THM
OinpIe  BUPaXEHI  KHUCIOTHI  BJIACTHUBOCTI
noBepxHi [1, 6]. ToMmy CTBOpeHHS HOBHX
KaTaji3aTopiB i3 3aAaHUMHU (I3MKO-XIMIYHHUMH 1
KaTaJIi THIHUMH BJIACTHBOCTSIMH JUTSt
NapUialibHOTO TEPETBOPEHHSI H-AIKAaHIB € Ha
CHOTOJ[HI 0OCOOJIMBO aKTYaIBHOIO IMPOOIIEMOTO.

Mertoro gaHoi poOOTH OyJI0 CHHTE3yBaTH
HOBI CKJaIHI OKCHAHI KaTaJiTUYHI CUCTEMU
iy  XAl,O3ySiO, Ta  mMeO, nPOs,
MOCHIIATHA X (i3MKO-XIMIYHI BJIACTHBOCTI Ta
KaTaJIiTHYHY aKTHBHICTh B peaKiii napiagbsHOro
okucHeHHsI C1-C4-BYTTIEBOIHIB.

EKcnepuMeHTaana JacTuHa

AmromocumikatHi Ta ¢ocdaTHi KaTamiza-
Topu Ha ocHOBi d-meramiB Ilepiogmunoi
cucremu J[.I.MeHneneeBa cuHTE3yBalId 3TiTHO
po3pobiaenoi meromuku [4].  Di3uko-XxiMivHI
mapaMeTpH KaTali3aTopiB BHUBYAIM 33 JIOIO-
MOTOI0 TH(EPEHIIHHO-TEPMIYHOTO, PEHTTEHO-

(hazoBoro, IU-criekTpoCKOMIYHOTO Ta XiMIYHOTO
MmeroniB  aHamizy [7-16]. Ilpu  upomy
BUMIPIOBAJIM BEJIWYMHU IMHTOMOI TOBEPXHI 1
KHCJIOTHOCTI 3pasKiB pu pizHUX
TEMIEPaTypHUX peKUMaXx. CymapHy
KHCJIOTHICTE TTOBEpPXHi  (OpeHCTEmiBCBKY Ta
JIBIOICIBCBKY) KaTajizaTopinB BH3HAYAIN
merogoM JIxoncona [17] B mpuCyTHOCTI
iHmukatopiB ['ammera. ToOdYHICTH BHU3HAYCHHS
CTaHOBUJIA 10,001  mmos/T. [Mutomy
KOHIIEHTPALII0 KHCIOTHHX HEHTPIiB (MKMOJIb/M?)
BU3HAYANHN i3 BPaXyBaHHAM BEJIUYMHM MOBEPXHI
BIJIITOBITHUX 3Pa3KiB.

KaramiTiuHi BIacTHBOCTI CHHTE30BAHHUX
amoMocuiikatiB Ta (ocdariB BHBUAIKM B
peaKIisX MmapliaJgbHOTO OKHUCHEHHS METaHy,
eTaHy, MpomaHy Ta H-OyTaHy Ha IPOTOYHIM
YCTaHOBII B KBapLeBOMY peakTopi,
JIOTIOBHEHOMY TapTylouuM Tpuctpoem [1, 3].
Po3mip 3epen kaTamizaropa CTaHOBHB 1-3 MM.
AmHaniz BHXiZHOI ra3oBoi CyMilli i NMPOAYKTIB
peaxii 3I1HCHIOBAJIH napajenbHo
xpoMarorpad@igyHUM 1 XIMIYHIMH METOJaMH.
Brie Temniepatypu Ha KiHETHKY TIEPETBOPECHHS
C1-C4-ByrIeBOHIB  TOCIIPKYBAIM B iHTEpBai
T=393-973K, yac KOHTaKTyBaHHs 3MIHIOBAJIU B
mexax 0,3-31,1c.

PesyabTaTtH gociaimxeHHs
Ta iX 00roBopeHHs

Opnepxani EKCIIEpUMEHTAITBHI na”i
JTOCITI JKEHHS rporecy TapIiagTbHOTO
okucHeHHS C;-C4-BYTJICBOAHIB IIOKa3aJIH, IO
e(heKTUBHUMU KarajizaTopamu TaKoro

MICPETBOPEHHSA € aIOMOCHIIKaTH 1 Qocdhatu
psany d-emeMeHTIB, sKi BOJIOMIIOTH BHCOKOIO
eNIeKTpOHeraTuBHICTIO (0Opy, 0JI0Ba, KPEMHIO
tTa iHmi). BoHm € OaratoyHKIiOHAJIBLHUMH,
3MIMCHIOIOYM B CHCTEMI Ha BJIACHIA TIOBEpXHI
pSII TIOCTIIOBHUX I€PETBOPEHb. BcTaHOBIEHO,
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IO HaBiTh Yy BHUNAJKy HaiOIbm mpocToi 3a
OyIOBOIO BHIXITHOI MOJICKYJIH H-aJKaHy —
METaHa, B SKOCTI MPOMYKTIB pEeaKIli, KpiMm
tdopmansaeriay, okcuai Byrieiro (CO, CO,) ta
BOJIHIO, B HEBEJIMKHX KITBKOCTSIX YTBOPIOIOTHCS
€TaH, alleTWICH 1 HaBiTh OcH3eH. JlocmimKeHHs
IY-cnexrpi ascopOOBaHHUX BUX1JTHUX
BYIJICBOJHIB Ta MOXIJIMBHX TIPOAYKTIB iX
TIEPETBOPCHHS Ha IOBEPXHI CKJIATHUX OKCHIIB
CBiT4aTh TPO TE, IO MPOAYKTH TIUOOKOTO
OKHCHEHHS 1 MPOMDKHI CIIONYKH yTBOPIOIOTHCS
Mo JIBOX He3alexHWx  Mapmpytax. Lle
00yMOBJICHO HAsIBHICTIO Ha ITOBEPXHI KOHTAKTIB
PI3HHX 3a TPUPOJOI IEHTPIB amcopOmii, Ha
SKHX, 30KpeMa, MeTaH, IUCOIIIIOE 3 YTBOPCHHM
pi3HEX cTpyKTyp: sik dpopmiaTHOro (1380cm™ i
1570cm™), Tax i anpaerigsoro tumis (1670cm™
i 1700 cv™). Tlepma CTpyKTypa € IDKEpeIoM
YTBOPCHHS TPOIYKTIB TJIIMOOKOTO OKHCHCHHS
merany (CO, CO,, H;0), a npyra — npoaykTiB
M’ SIKOTO OKMCHEHHs. TakoX eKCrepuMeHTaIbHI
JMOCIIJDKEHHS  TIATBEPIWIM, IO BHACTIIOK
BapilOBaHHSA KHCIOTHOCTI TIOBEPXHi, MOXKHA
e()eKTUBHO 3MIHIOBAaTH CIiBBITHOIICHHS MiX
[EHTPAMHU Pi3HOI TPHUPOIHU, M0 B pPE3yJIbTaTi
MPU3BOAUTL 10 3MIHH CEJIEKTUBHOCTI 3a
LTBOBUM MPOAYKTOM Y MpOIeci MapiaJbHOro
OKHCHEHHSI KO>KHOTO 3 C;-C4-ByTJI€BO/IHIB.
IIpoTe cxmagHMii MeXaHI3M IEPETBOPCHB
JIETKUX BYTJICBOJHIB HA MOBEPXHI KOHTAKTY IIUM
HE OOMEeXyeTbcs. 30KpemMa, BHKOPUCTAHHS
METOAy JecopOIii Ta MOCTIKEHHS CKIIaTy
MPOIYKTIB TEPMITHOTO PO3KJIAAY JIBIETiAIB Ha
TUX € KOHTAKTaxX, Ha SKHUX 3iHCHIOBAJIOCH
napiiagbHe OKHCHEHHS BUXIJHUX BYTJICBOJHIB,
JTaJTi 3MOTY TIATBEPAUTH MOKJIUBICTH M IHITHX
nepeTBOpeHb. BcTaHOBieHO, IO BXe NpH
BITHOCHO HHU3BKHX TeMIlepaTypax mporecy (B
inTepsan 413K — 483K) dopmanpieria merko
MEPETBOPIOETECSI B METAHON 1 MypaliuHy
KHCIIOTY, a ipu nocsrHerHi 623K 6mm3pro 60%
BUXIJTHOTO (OpMabIETiay IEPETBOPIOETHCS B
MeTaHosn. KpiM 1150T0, B 3HAYHHX KiJTBKOCTSIX
YTBOPIOIOTHCST MeTuidopmiar i Metunanb. [lpu
Temreparypax Buiie 623K Buxomm MmetaHomy,

METHJIATIO 7 MeTridhopmiaty pi3Ko
3HIWKYIOThC, a npu (/3K mnpoaykramu
po3knany  Qopmanbaerizy € — MOHOOKCHUJ
BYIJICIIO,  BOJIGHb, a  TaKOX  IPOJYKT

TOJTIKOHICH CAIlli. YTBOPEHHS ITUX IMPOIYKTIB
peakmii Ha TIOBEPXHI KOHTAKTY MOXIJIHBE 3a
PaxyHOK HACTYITHUX PEaKIliii:
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2CH,0 + H,0 — CH30H + HCOOH +
+ 122,0xJx/Mob )

2CH,O — HCOOCH; + 132,6x/x/Moms  (2)
2CH3OH + CH20 — CHz(OCH:;)Z + HZO +

+ 131,0x/Ix/Monb 3)
HCOOH + (n-1)CH,0 —
— HCOO(CH,0),CH,OH (4)

HCOOH — CO + H,0 +53,7x/xx/monms  (5)

ExcnepuMenTtanbHi JaHi TaKOX
3aCBIIYYIOTh, M0 TWiJABUINEHHS KHCIOTHOCTI
MMOBEPXHI JOCTIKCHUX CKJIATHAX OKCHIHUX
KaTali3aTopiB INLIIXOM BBEICHHA KaTiOHIB 3
BUCOKOK)  CJICKTPOHETATHUBHICTIO  30UIBIIyE
iMOBIpHICT,  TpoTikanHs  peakmii (1) 3
YTBOPCHHSM METaHOJYy Ta MYpPAIlUHOI KHUCIIOTH.
BomHowac Ha  MmeTamiyHOMY — cpibmi B
AHAJIOTIYHMUX YMOBaX B MPOIYKTaX PO3KIAay
CH,0 o¢ikcyrorses Tinmbku CO Ta BOACHB.

BucHoBKH

OnepxkaHi  pe3yabTaTH NalOTh 3MOTY
BHECTH PsIJl yTOYHEHb B MEXaHi3M CEJICKTHBHOTO
OKHCHEHHsI H-ankaHiB. [lo-mepiie, BiACYyTHiCTh
METaHONy cepel NPOAYKTIB HapliabHOrO
OKHCHEHHS MeTaHy 1 mpomaHy Ha (ochaTHHX
KaTajmizaTopax IOSCHIOEThCS THM, IO HaBiTh
npu HOro MOXKIMBOMY YTBOPEHHi, METaHOJ
JETKO TIEPeTBOPIOETHCSI B METWIanb  abo
IOOKUCHIOETRCS B (popmampneria. Ilo-mpyre,
METHJIallb BiJHOCHO JIETKO OKHCHIOETBCA 1
PO3KIIafaeThcs B KiHIIEBI NPOIYKTH peakuii mpu
BHCOKHX TeMIepaTypax KaTaJITHIHOTO
npouecy. [lo-tpete, ans mpomany i H-OyTaHy
CHEKTp NPOINYKTiB IX OKHCHEHHS 3HAYHO
30UTBIITyE€ThCSI HE  TUTBKM 32 PaxXyHOK
JIECTPYKTUBHOTO OKHCHEHHS, ajle W BHACIHITOK
KOMIUIEKCY TN00iyHMX mepeTBopenb [1,18-20].

3MEHIICHHS YacTKH JaHUX IIPOIECiB  Ta
30UTBIIEHHST  CEJIEKTUBHOCTI IO OCHOBHOMY
NPOAYKTY  MOTpeOye  3HAHHA  JICTAIBHOTO

MEXaHi3My TPOTiKaHHS KaTaJliTHYHOTO MPOLECY.
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THE SPECIAL FEATURES OF HETEROGENEOUS CONVERSION N-ALKANES
ON SOME COMPLEX OXIDE CATALYSTS

Gomonay V.l., Szekeresh K.Yu., Golub E.O., Golub N.P., Barenblat |.0O.

Synthesized and investigated complex oxide catalyjgte of xAl,03ySiO, and nMe,Oy
nP,0s. Investigated their physicochemical properties andlytic activity in the reactions of partial
oxidation of G-Cs-alkanes. It is established that the products epdexidation of intermediates and
conversion of n-alkanes are formed by differenepghdent routes. This is due to the presence on the
surface of solid contacts different nature of apgon centers with the formation of different swda
structures: formiate and aldehyde types. The infteeof surface acidity on the formation of
formaldehyde, methanol and formic acid.



