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JOCJIIKEHHA BIUIMBY TEXHOJIOI'TI ®OPMYBAHHS ITOKPUTTIB,
OJEPXKAHUX 30JIb-I'EJIb METOZOM, HA ITPOLHEC OKUCHEHHA
MOHOOKCHUAY BYTJIEIIIO HA HOCII 3 MYJITOKPEMHE3EMY
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3ailiCHeHO OOCIIMKEeHHST KaTaJiTUYHOI aKTMBHOCTI pi3HUX 3a TeXHOJIOTi€o (hopMyBaH-
HS 1LIapiB CKJIa, CTBOPSHUX Ha OCHOBI KOJIOITHMX PO3UMHIB CUCTEeMU OKCHIIIB €JIEMEHTIB
MapraHenpb—aaoMiHii—kpeMHiil (MAS) Ha moBepxHi MyIiTOKpeMHe3eMy B peakiiii me-
petBopeHHs Bymieub(Il) oxcuny y Byrmens(IV) okcua. BecTaHOBIEHO 3a/IeXXHICTH MiK
CTPYKTYPHO-XiMIYHMM CTaHOM CTBOPEHOI TEXHOJIOTIYHMMM BILUIMBAMU IIOBEpPXHi BTO-
PUHHUX HOCIIB Ta iX KaTaJiTHYHUMU i €HePTeTUYHUMU BJIACTUBOCTSIMU. MyJiTOKpeM-
He3eM TMPaKTUYHO HE BUSIBUB KAaTaJiTUYHOI aKTUBHOCTI, 110 CBIIYMUTH MPO BiJCYTHICTh
a00 HU3BKY CXWJIBHICTh aKTUBHMX LICHTPIB IO MPOBEACHHS Peakiliii Ha MOTO IOBEPXHi.
Hanecennst ogHoro mapy amMop¢HOI CTPYKTYpH Ha MYJITOKPEMHE3eM CYTTEBO ITiIBM-
mye cryninb neperBopeHHs1 CO, 110 BKa3ye Ha HASIBHICTb aKTUBHUX LICHTPIiB Ha HOBIi
peaxiIiifHiil moBepxHi. MakcuMaabHy peakiiiHy 30aTHICTb i HAWBUIIE 3HAUYCHHST €Hepril
aKTUBallii BUSIBUJIA CTPYKTypa amMopdHOI ITOBepXHi, yTBOPEHa ABOMA IlIapaMu, siKa OT-
puMaHa B yMoBax mBuaKoro sunaiy. [Ipodinorpamu Takoi MoBepXHi JO3BOIMIN IPUITY-
CTUTHU, IO TAKUU PEXUM BUIIATY CHpUsIE (POPMYyBaHHIO OLIBIIOI KiIbKOCTIi BUCOKO-
SHEPreTUYHUX PeaKLiiHO3MaTHUX LIeHTPiB. MomudikyBaHHS MOBEpPXHI MYJTITOKPEMHE-
3eMy aMOp(MHUM CKJIaZIOM CKJIa JO3BOJISE IIJIECTIPSIMOBAHO PETYJIIOBAaTH MOTO KaTasli-
TUYHY aKTUBHICTh. JlOBeIeHO, 110 iCTOTHMI BIUIMB Ma€ He JIMIIE KiJIbKICTh CKjia, a I
crocib MOro HaHEeCEHHs Ta TepMiuHe OOpOOJIEHHS, III0 MAa€ BPaXOBYBaTUCh IIPU PO3-
poOLI KaTaliTMYHUX HEWTpali3aTopiB Ha OCHOBI KepaMiYHMX HOCIIB.

Kmiouosi ciioBa: cryniHb nepeTBopioBaHHs, KaTajniTuuHe okKucHeHHs1 CO, MyJliTOKpeM-
He3eM, BTOPMHHMUI HOCii1, aMmopdHa CTpyKTypa, IIapu 3i CcKia.
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Bcmyn

Kepamika € marepiaaom, cdhpopMOBaHUM Ha OC-
HOBI HEMeTaJIeBUX CIOJYK — OKCHIiB, iXHiX CyMi-
LIei Ta CITOJIYK, HITpUIiB i KapOimiB. ¥ MUHYJIOMY
CTOJIITTI KepaMiKa IIMPOKO BUKOPMCTOBYBaiacs B 0a-
ratbox cepax 3aCTOCyBaHHS y MOOYTi Ta MPOMUCIIO-
BUX TaJly3siX.

B enoxy HaHOTeXHOJIOTili BU3HAYEHHS Ta
3aCTOCYBaHHSI MaTepialliB 3MiHUJINCSI, OCOOJIMBO Y BU-
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nagky Kepamiku. Po3BUTOK pi3HMX METO[iB BU-
POOHMIITBA HAHOCTPYKTYPOBAHOI KepaMiKu paauKaib-
HO 3MiHMB C(epy 3aCTOCYBaHHS KepaMiuHMX MaTe-
piajiiB, 3pOOMBIIIM X HAWMEPCTIEKTUBHILLIMMU CEPel
yCiX, KOJIU-HEeOYIb PO3pO0IEHUX I HU3KU KpHU-
TUYHO BaXJIMBHUX Tajy3eil. BUpoOHMLTBO Kepa-
MiYHUX HAHOCTPYKTYp € CKJaJHOIO MaTepiano-
3HABYOIO 3a/laYel0 3 MPOMMUCIOBOI TOUKHU 30Dy,
OCKiJIbKM 6arato MeToiiB BUpOOHHUIITBA BUMAraloTh
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CTBOPEHHS HOBMX TEXHOJIOTIiA, CKJIaJTHOTO 00JIaiHAH-
HS1, KBaJTihiKOBAHOTO MEePCOHAY, YUCTOTU XiMIYHUX
PEYOBUH, crielM(piuHOro cepeioBuila, KOHTPOJIbOBA-
HOI aTMocdepu TOLLO.

HaneceHHS «TOHKUX» Ta «TOBCTUX» IUIIBOK Ha
OCHOBI KepaMiKy HaJIeXXUTb 10 TEXHOJIOTi, PO3BU-
TOK SIKMX 3yMOBUB PO3pOO0JIEHHS CyYaCHUX AeTaneit
Ta BY3J1iB, 110 3a0e3MeuyoTh (PyHKLiIOHAIbHI Xa-
paKTEepUCTUKM IIpalie3daTHOCTI Ta HAJalOTh HOBI
BJACTMBOCTI BUpOOaM, 110 CTBOploioTbcs. Ha-
MpPUKJaa, NEPCIEKTUBHUM HAMpsSIMOM Y PO3BUTKY
Cy4aCHMX METOMIB OYMILEHHSI BUITYyCKHMX ra3iB Y IBU-
ryHOOYIyBaHHi € KaTaJliTUHuHA HeUTpastizallis IKiaIm-
BUX 3’€HaHb. PobounM opraHom HelTpalizaTopa
CJIyry€e NIEPBUHHUI HOCili, Ha pO3BUHEHY MOBEPXHIO
SIKOTO HAHOCSTBCS, SIKILIO HEOOXiTHO, TUIIBKOBI 1Iapu
BTOPMHHOI'O HOCIS i, BiIIIOBiAIHO, caMOro KaTaji3a-
TOpA.

Memoouxa excnepumenmy

ITpoTsrom ocTaHHiX KiJIbKOX JECATUITITh CYTTE-
BUI1 PO3BUTOK OTPUMAJIM JIBa METOIM OJEPXKAHHS
miiBok: TexHoJjorii Sol-Gel (3osb-renap) Ta CVD
(chemical vapor deposition — XiMidyHe OCaIKeHHS 3
napoBoi (azu). OUiHOUHI BJIACTUBOCTI MOKPUTTIB,
cchopMOBaHUX IUMU METOJIaMU, HaBeIeHO B TabJI. 1.

AHaniz gaHux Tada. 1 cBiIUUTH PO 3HAYHO
HMXYY Temmepartypy (GopMyBaHHS HOKPUTTIB,
OlIepP>KaHMX 30JIb-TeJIb METOJIOM Ha BUpoOax, MOPiBHSI-
Ho 3 MeTogoM CVD. OnHak WiJbHICTb Ta aare3iiHi
MOKAa3HUKU ITIOKPUTTIB, OIep>KaHUX 3a TEXHOJIOTIEI0
CVD, BianosigaioTh MaKCMMaJbHUM 3HAYEHHSIM iX
BJIACTMBOCTEM, OCKJIbKA BUCOKi TeMIIEpaTypu Ta BU-
KOPUCTAaHHS BaKyyMy Iij yac (hopMyBaHHS IPU3BO-

JISITh 1O BUAQJIEHHS TIOBITPS 3 11apiB CTPYKTYP, 11O
CTBOPIOIOThCS, Ta 30H a/re3iiiHoro KoHTakTy. Lle 3a-
Oe3rneuye yulilbHEHHsI MarepiajliB TIOKPUTTIB, SKi
(GopMyloTbCs, Ta A€ MOXJIUBICTb MPOHUKATU
CTPYKTYPOYTBOPIOBAIbHUM MOJIEKYJIaM MTOKPUTTIB Y
MOXKJIMBI 1e(heKTH MOBEPXHi MOKPUBAHUX JIeTaJICH.

AMOp®dHI Ta CKIOKPUCTATiYHI KOMITOHEHTHU
MOKPUTTIB, C(POPMOBAHUX 30JIb-TE€JIb METOIIOM, CBOEIO
CTPYKTYPHOIO MiIIATIMBICTIO T03BOJISIIOTH pEaKcy-
BaTU HampyKEHHsI, IIPUKJIa[eHi 330BHi, 1110 3a0e311e-
4yy€e IX BUCOKY TepMocCTiiKicTb. Metomom CVD yr-
BOPIOIOTHCS 1IiJIbHI «KOPCTKi» IUIIBKM, SIKi CXMJIbHI
JIO TIPOLIECIiB YTBOPEHHSI CTPYKTYPHUX TPILLIMH Yepe3
PI3HULIIO TeMIlepaTypHUX Koeilli€eHTIB JiHiAHOTO
posimpeHHs (TKJIP) camux miiBoK Ta MiaKJIaaoK.

301b-TeJIb TEXHOJIOTisl JO3BOJISIE CTBOPIOBATHU
MIiKpOILIOPCTKY MOBEPXHIO 3 BUCOKOIO aAre3iiiHoI0
AKTUBHICTIO SIK 3 IEPBUHHUMM HOCISIMM, TaK i 3 Ka-
TajlizaTopaMu 6€3 yTBOPEHHSI KPUXKHUX MeK(pazHUX
IpaHUIlb, ONEPKYBATU TMOKPUTTS i3 3aIaHOIO ITIO-
PHUCTICTIO, KepyBaTM IX XiMiYHMM CKJIaJIOM Ta
BJIACTMBOCTSIMU MOBEPXHi.

3HauHa pi3HUL y BapTOCTi OOJagHaHHS ISl
HaHECEeHH$ TMJiBOK MOPiBHIOBAHUMU MeTOAaMU
BU3HAYa€ BIAMOBIOHY AudepeHlialilo 1iH Ha BU-
POOHULITBO CAMUX MOKPUTTIB. 30J1b-Te€JIb € MPOCTUM
Ta MaclTaboOBaHWUM METOJ0M, €(PEKTUBHUM ISl Ha-
HECEeHHsI ITOKPUTTIB Ha BEJIMKIi IIOLII 32 BiTHOCHO
HU3bKUX BUTpaT.

30/1b-TeJIb CUHTE3 A03BOJISIE OJEPXKYBATU OK-
CUJIHi Ta KOMITO3UTHI aMOpHi, CKIIOKpUCTaJiYHi Ta
KPUCTaIiuHi TUIiIBKK (HampukJiaa, Ha ocHOBi Si0O,,
ALO;, ZrO,, TiO,, iHIIMX OKCHUIIB Ta IXHIiX CyMi-

Taonuusga 1

Iopiusaus Texnodoriii Sol-Gel Ta CVD [1—6]

XapakTepucTuka

ITapameTp Sol-Gel

CVD

Temnepatypa cHHTE3Y,

°c 400-700

Hwusbka Ha etani ¢popmysanns (<100), Bunan npu

Bucoxka (700-1200)

CTpyKTypa HOKPUTTS

ITopucra, amopdHa a60 HAHOKPUCTATIYHA

[limpHa, KpHUCTaTiYHA

Kontpois mopucrocti

Bucoxkuii, perymtoersest pH, npekypcopamu ta
PEeKHUMaMH TEPMOOOPOOKH

OOMexxeHuH, IepeBakKHO ILTBHI
TUTiBKH

Anresist 10 miaKIagKQ .
A . A MOBEPXHI

Jo6pa, MokHa QyHKITIOHAII3yBaTH BIACTUBOCTI

Han3Buuaiino BUCOKa 3aBOSIKH
BHUCOKOTEMIIEPATYPHOMY
OCa/DKCHHIO Y BaKyyMi

Penakcariist HanIpy>xeHb

Bucoka, 3aBsKy IOPUCTIH Ta 4aCTKOBO
amop@Hii cTpyKTYpi

Hwuzpka, minpHI mapu CXWIbHI 10
YTBOPEHHS TPIIIHH

Tepmocriikicts, °C
OKCHUJY)

Jlo 700-1200 (3aneKUTh BiJ IIIIBKOTBIPHOTO

Jo 1000-1500, inoxi BuIie

CKIIagHiCTh 1 BapTICTh
oOnagHaHHS

BinHocHO HM3BKA, HE IOTPEOy€E CKIATHOTO

Bucoxka, morpiOHa BakyymHa Ta
ra3oBa arnaparypa

3acTocyBaHHS B
KaTajizaropax

BropunHi Hocii O10KIB KepaMiKi Opi€HTOBaHOT
TIOPHCTI, 3 METAJIIYHOI (ONBIU

ToHKI MeTajneBi Ta OKCHIHI IUIIBKA
BHCOKOI YUCTOTH
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mieit), ki MalTb BUCOKY TE€PMOCTaOiJIbHICTb
(BUTPUMYIOTh YUCJIEHHI 3HAUHi NIeperaan TeMmnepa-
Typ Bim +(700—1200)°C mo Bim’eMHMUX 3HAUYCHb 3a-
JIeXKHO Bif ckiiaay). Kontposb napamerpis 300 (pH,
CHiBBIIHOIIEHHS IIPEKYPCOPIB, PEXKMMIB CYILIIHHS Ta
BUIaJly) 103BOJIsSIE (DOPMYBATH B ILTiBKax aMOpGHi
Ta aMOpP(PHO-KPUCTAJIIUHI CTPYKTYpH, SIKi MOXXKHA CTa-
Oii3yBaTH BUMAJIOM 3a IIEBHUX TEMIEpaTyp i 3amo-
OirTM pO3BUTKY MOAAIBIIUX CTPYKTYPHUX KpUCTaTi-
3alif{HUX IIPOLECIB, 10 MPU3BOIAITh A0 CIiKAHHS
(YuisibHEHHS) TUTiBOK.

TpanuuiiiHa TeXHOJIOTiS OTPUMaHHS MOKPUTTIB
30JIb-T€JIb METOJOM [7] TPYHTYETbCS Ha TOMY, IO
QJIKOKCUJIM MeTalliB 3a3Hal0OTh YaCTKOBOro abo
MOBHOTO TiIpOJIi3y ISl TPOBEAEHHS MOAAJIbIIOI ITO-
JIiIKOHJEeHcallil 3 MeTolo (hOpMYyBaHHS KOJOITHUX
PO3YMHIB, Y SIKMX AUCIepcHa (pa3za piBHOMIPHO PO3-
MojiJieHa B PiIKOMY AUCIIEPCiiiHOMY cepeaoBulLi [8].

MoxiuBi eTanu yTBOPEHHS CTPYKTypHu
(YHKIIOHATLHUX BTOPMHHUX HOCIIB HajlaHi Ha TIpU-
KJIai po3rjisiiy peakiliit, 1o Mpu3BoIsITh 10 YTBO-
peHHs 30J1bHOI cucteMu Mn—Al—Si—O.

VY npoueci npoBeaeHHs 30Jb-TeJb CUHTE3Y
terpaeTokcucwiad Si(OC,Hs), rinposisyeTbcst BOAOIO
3 YTBOPEHHSIM Jliokcuay kpeMmHito SiO, Ta eTaHosy:
Si(OC,H;),+2H,0-Si0,+4C,H,OH. (D)

Ho ckiiaay BUXiIHOI PiAKOl CyMillli BXOAUTD
AI(NO;);, iK1t peakli€to 3i CIMPTOM MEPETBOPIOETHCS
Ha aJIKOTOJISIT (AJIKOKCUT):

AI(NO,),+3C,H,0H-> Al(OC,H;),+3HNO,, Q)

YTBOPIOIOUU CTPYKTYpHi TeTpaenpu AlO, .

AHazoriyHoto 3a TunoM peakitiero Al(NO;); 3i
cniuproM, Hitpat Mapradio(Il) Mn(NO;), yrBoproe
auerart maprasiio (II) Mn(CH,COO),, skuii € iHi-
LiaTOpOM YTBOPEHHS CTPYKTYPHUX iOHIB Mn?*,

CripollieHa CTpYKTypHa MOJIE/Ib PO3MOILTY 10HIB
Mn ta Al y marpuui SiO, y mpolieci 30Jib-TeJib
cunte3y cucremu Mn—Al—Si—O HagaHa Ha puc. 1.
OcHoBOIO CTpYKTYpH € amopgHa matpuis SiO,, ska
yTBOpeHa Terpaeapamu SiO,*, 3’emHaHUMU uyepe3
micTKoBi atomu KucHio (Si—O—Si). Crpykrypa €
HEBITOPSIIKOBAHOIO, 1110 TO3BOJISIE  BOYIOBYBAaTHCS
B Hel uyxkopimHuM ioHam (AI** ta Mn?"/Mn**). AP+
3aMilllye yactTuHy Si** y TeTpa-eIpax, yTBOPIOIOUUN
tetpaeapu AlO,”. Ile cTBOpioe HeraTUBHUIA 3apsia y
CTPYKTYDi, IKWI1 MOXe KOMITEHCYBATHCS SIK TIPOTO-
Hamu (H™), Tak i karioHamn Mn?*.

Tekcrypa 30J110 — pyxJIMBa, TeKy4a, NoJaiOHa 10
3BMYAliHOI pinivMHU. 30711 € BiIHOCHO CTiHKUMU, ajie
MOXYTb MEPEXOJUTU y reib. l'eneyTBOpeHHs

MOXe BimOyBaTUCSI Ipu 3MiHi Temriepatypu, pH abo
BHACJTIIOK J10/IaBaHHS1 €JIEKTPOJIITIB; i/l BILIMBOM LIMX
(hakTOpiB 30JIb BTpAYa€ TEKYUiCTh i IEPETBOPIOETHCS
Ha relib.

Pesyisvmamu ma o62060penus

OnuvcaHMMU TEXHOJIOTIYHUMU OIlepalisiMu
pO3p0o0JIeHI BTOPMHHI HOCIT KaTaliTUUHUX HEeUTpati-
3aTtopiB [9—12] Ha OCHOBI KOJOIZHUX PO3YMHIB
CUCTEM OKCMIIiB €JIEMEHTIB: MapraHelb—aJIIOMiHiA—
kpemHiit (MAS), Hikesib—amoMiHii—KkpeMHiit (NAS),
kobanpT—anmoMiHii—kpemHiit (CAS), mapraneip—
6op—KpeMHiit (MBS), Hikeab—00p—KkpeMHiit (NBS),
MmapraHenb—aloMiHii—6op (MAB), Hikenb—
amoMiHii—6op (NAB), kobanbT—anoMiHii—060p
(CAB).

3 MeTO0 BU3HAYEHHS ITapaMeTpiB (PyHKIIIOHY-
BaHHS BTOPMHHMX HOCIIB — KiJIbKOCTi Ta Oy/10BU 1XHiX
1apiB — OyJI0 3AIMCHEHO AOCIIXKEHHST KaTATITUYHOT
aKTUBHOCTI I0JI0 NepeTBOpeHHs okcuy Byrierito(Il)
(CO) B okcua Byriewo(IV) (CO,).

ExcrnieprMeHTH NMPOBOAWIA Ha MEPBUHHUX HO-
CisIX 13 MYJIITOKpEMHE3eMy, Ha TTIOBEPXHIO SIKMX Ha-
HOCHWJIM BTOPMHHI HOCii Ha OCHOBi aMOp(HO1 30J1b-
reJib KOMITO3M1Ii1, 1110 sSIBJIsiE COOOI0 BUCOKOTEMITEpa-
TypHe cKJo ckjiany MAS, HaHeceHe B OJiMH abo aBa
apu. KiHi1eBOI0 TEXHOJIOTIUHOIO Olepalli€lo Mmpo-
1leciB HAHECEHHS$ 11apiB BTOPUMHHMX HOCiIB Oysa
TepMooOpoOKa, SIKy MPOBOAWJIM TIPU TeMIepaTrypi
700°C mipotsiroM 15 xB (1151 3pas3KiB 3 OMHUM i ABO-
Ma LlapaMu cKja) Ta TPUBAJIICTIO 1 XB JIJ11 HAHECEH -
Hs Ha 3pa3ku cKJja ApyTMM 1apoMm (1UBUIKMMA
Bumna). Pe3yabratu eKCrepuMeHTIB HaBelIeHO Ha
puc. 2. AHaJli3 UMX AAaHUX CBITYUTH PO Te, 1O
MEePBUHHUMI HOCII, MyJTITOKPEMHE3EM, ITPAKTUYHO HE
BUSIBJISIE aKTUBHOCTI 111070 okucHeHHs CO. Ipo 1e

Puc. 1. CtpyktypHa Mojeiab po3mnonity ioHiB Mn Ta Al y
Matpuui SiO, 30ib-refb cuHTedy cuctemu Mn—Al—Si—O

Study of the influence of sol-gel coating formation technology on the carbon monoxide oxidation process on

a mullite—silica carrier



136

ISSN 0321-4095, Voprosy khimii i khimicheskoi tekhnologii, 2025, No. 6, pp. 133-140

CBIIUUTh OyXe HU3BKUN HOCATHYTUM CTYIiHb
KoHBepcii ~0,06 nmpu MaKCUMaIbHUX TEMIIEPaTypax
(puc. 2, xpuna 1).

Hagsnictb ckiia MAS pi3ko nigBuliye KaTa-
JIITUMHY aKTUBHICTb MOBEPXHi MYJIITOKPEMHE3EMY:
oIuH 1ap amopgHol (a3y MiABUILYE CTYHiHb
koHBepcii CO 10 ~0,29. Ile nos’s13aHO 3 TPOLECOM
YTBOPEHHSI KaTaJiTUUHO aKTUBHUX LEHTPiB Ha
MOBEPXHi CKJIa 3a paxyHOK IIPUCYTHOCTI 1OHIB
3d-nepeximHoro Metainy — Mn (puc. 2, KpuBa 3).
ITporec ogHOIIIAPOBOrO HAHECEHHSI CKJIa ITPU3BOIUTH
TaKOX JIO TIEBHOTO BiATBOPEHHS — ITOBTOPEHHS T10-
BepxHeEIO 1€l amopgHOI (ha3u MOoBepXHEBUX Ae(HEKTiB
CTPYKTYpU nepBUHHOrO Hocisd. [Ipu mpoMy BigOy-
BA€ETHCS TIEBHE 301/IbILIEHHS T1JI011i poO0YOl MOBEPXHi
OIHOLLIAPOBOTO CKJa Ta (POPMYBaHHS Ha BUJIOMax
30BHIILIHBOI POOOYOI IMOBEPXHI AOAATKOBUX aK-
TUBHMX LIEHTPIB, SIKi TAaKOX BHOCSTbH CBili BKJIaI Yy
MiABUILIEHHS KaTaJiTUMHOI aKTUBHOCTI TAKOTO BTO-
PUHHOTO HOCis (puc. 2, Kpuna 3).

3acTocyBaHHS TIPUITOMY TBOKPATHOTO HAHECEH-
Hsl CKJIa B TPUBAJIOMY peXUMi TEPMOOOPOOKHM TIif
yac 1ioro (hopMyBaHHSI MPU3BEJIO 10 ITIEBHOTO 3HU-
JKEHHSI CTyIeHsI KoHBepcii (puc. 2, kpuna 2). Lle
Moxe OyTU MOB’3aHO 3 TUM, 1110 PEXUM TPUBAJIOTO
BUIaJly APYroro 1iapy ckJja CIpUsI€E IEBHOMY 3ar-
JIyLLIEHHIO (3aTOEHHI0) 1e(PEKTIB CTPYKTYPH TMEPLIO-
ro 1apy ckJja 3a paxyHokK (hOpMyBaHHS IO HOro
MOBEPXHi APYToro 1iapy 3 MEHIIOI KiJIbKIiCTIO TO-
pylieHb CyliibHOCTI. TUM caMuUM AeKijibKa 3MEH-
LIIYEThCS IUIOIIA KOHTAKTHOI IOBEPXHi, sIKa Oepe
Oe3nocepeHI0 yyacTh y npoieci KoHBepcii CO.
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CTyniHb NepeTBOpeHHn okcUAaa BYFReL o, X
°
N
s

00

200 300 400 500 600
Temneparypa, t °C
Puc. 2. 3anexuocrti 3MiHu cryneHss kousepcii CO
(y 4acTKax OAWHMIII) Bif TeMmepaTypu: 1 — IepBUHHUIA
HOCill (MyJIiTOKpeMHE3eM); MYJITOKpEMHEe3eM 3 BTOPUHHUM
HocieM ckiany MAS, HaHeceHMM: 2 — IBOMa IlIapaMu;
3 — omgHMM 1apoM; 4 — IBoMa ILIapaMu (IIBUOKUN BUIIA)

[linTBepmKeHHSIM ILILOTO SIBUIIIA MOXYTh CIIyTYBaTH
BUCHOBKMU, BCTAHOBJIEHi y po0oTi [13], mpo Te, 1110 3i
301IbLLIEHHSM KiJIbKOCTI aMOp(HMUX 111apiB, 0COOJIUBO
MPU TOBUIBHOMY BUMaly, MOPUCTICTb 30BHIILIHBOTO
mapy 3MeHIilyeTbes. [1po 1e cBiguuTh aHaji3 npo-
(inorpamu nosepxHi (mpodisito NoBepxHi), yTBOpe-
HOIO JIBOMa 1l1apamMu ckJja (puc. 3).

MakcumanbHO JOCArHYTUI cTyriHb KoHBepcii CO
3a(hiKCOBAaHO MpU BUIIPOOYBAaHHI ABOILIAPOBOrO BTO-
PUHHOTO HOCisI, OepsKaHOTO 33 PEKMMOM IITBUIKOTO
Burnaiy (puc. 2, kpupa 4). Take TepMooOpoOIEeHHS
MPU3BOAUTH 10 (POPMYBAHHS APYroro 1iapy ckia 3
BEJIMKOIO KUIbKICTIO «1e(heKTiB» CTPYKTYPU MOBEPXHI,
SKi MOXYTb CJIYIYBaTM KaTaJliTUMHO aKTUBHUMMU
HeHTpamu (puc. 4).

3a MEeTOIMKOI0, BUKJIaIeHOIO B poboTi [14], OyJ10
TIPOBENIEHO PO3PaxXyHKU IJIsl BUBHAUYCHHST €HEPTill aK-
TUBaLii peakiil okucHeHHss CO MyJliTOKpeMHE3eMOM

q
4

||
/N

M

h, MEM
f:\‘

a 10 20 0 40 50
L, ncm

Puc. 3. IIpodinorpama moBepxHi MyJiTOKpeMHe3eMy 3i
CKJIOMIOKPUTTSIM MAS aBOMa 11apaMu Mpu TPUBAJIOMY BHUIIATY

./

0 10 20 20 40 50
L, Mxm

Puc. 4. IIpodinorpama MmoBepxHi MYJTITOKpEeMHE3eMy 3i
CKIIONOKpUTTSIM MAS nBoma 1mapamy (IIBUAKWIA BUITAJ)

Ved V.E., Ved O.V., Shyrokov S.
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Ta TaKOro K, ajie 3i CKJIoM ckiaxy MAS, HaHeCeHUM
Pi3HUMMU TEXHOJOTTYHUMU OCOOJUBOCTSIMU Ha MOro
MoBepxHIo (puc. 5).

Po3paxoBaHi 3HaueHHS €Heprii akTUBallii
peakiiiit okucHeHHs1 CO Ha MyJIITOKpeMHe3eMi Ta 3i
cKJIoM ckiianry MAS, HaHeCEeHUM Pi3HUMMU TEXHOJIO-
riYHMMM BapiaHTaMM Ha 1Oro MOBEPXHIO, HABEACHO
B TaO. 2.

MyiTokpeMHe3eM BUSIBJISIE MPAKTUYHO HY-
JIbOBY KaTaliTUuHY akTuBHicTh (X=0,06) Ta
BiAPI3HSIETHCS HU3BKOIO €HEPri€er akTuBallil
(E,=25,4 xJ/Ix/monb). Lle BKazye Ha MpakTUIHY
BiICYTHICTb aKTUBHUX LICHTPiB, HEOOXiTHUX MIJIs T1e-
peoiry npoiiecy okucHeHHss CO Ha MOBEpXHi MyJli-
TOKpEMHE3eMy — peakllisi TPoTiKae 3a ciabkum do-
HOBUM MEXaHi3MOM (MOXJIMBO, Yepe3 MexaHi3m
¢iznuHoi copbuii CO).

HassHicTtb ogHoro 1apy ckiia MAS pi3ko minBu-
wmye crymidb nepetBopeHHs CO po X=0,29, npu
usomy E, 3poctae mo 35,0 xIx/Monb. Lle cBimuuTh
npo (opMyBaHHS KaTaJliTWYHO aKTUBHUX LIEHTPIiB Ha
MOBEPXHi CKJa, BiAMOBiIaJbHUX 3a MPOTiKaHHS
peaxuii. [TinBulLleHHST BEIMUYUHU €HEPTii aKkTUBallii
BKa3ye Ha Te, 110 peakilis IIPOTIKa€E 32 eHEPreTUIHO
BUTIIHIIINM MEXaHi3MOM Ta € aKTUBHIIIOI, TMO-
BipHO, 32 paXyHOK MEBHOI KiJIbKOCTI aKTUBHUX LIEHTPIB
Ha MOBEPXHi CKJIa i 3MiHU MeXaHi3My TpOoLIeCy OKU-
CHEHHSI.

JBa mapu ckiia MAS, onepxaHi B yMoBax «I0-
BUIBHOIO» BUIIAIy, ACIIO 3HMXYIOTh CTYIiHb Iepe-
tBOopeHHsI CO MOpPIBHSIHO 3 JTaHUMU U151 OMHOLLIAPO-

In(k)

0.00100 000125 0.00150

1T

000175 0.00200

Puc. 5. 3anexnocTi norapudma KOHCTAHTU IIBUAKOCTI
peakuii Big oO0epHEeHOI TeMmmepaTypu: | — IepBUHHUM HOCIM
(MyiTOKpEMHE3eM); MYJITOKPEMHE3eM 3 BTOPUHHUM HOCIEM

ckinany MAS, HaHeceHMM: 2 — IBOMa IlIapaMu;
3 — ogHMM 1apoMm; 4 — aBoMa IIapamMu (IUBUIKWI BUIIA)

Boro ckja — g0 X=0,25. IIpu 1boMy eHeprist aKkTu-
Bauii E, 3pocrae mo 40,9 xJIx/monb. ViMoBipHO,
PO3IOILJT IPYroTo 11apy cKJia Mo MOBEPXHi MepLIoro
iHILIiI0E YTBOPEHHSI HOBOI PEeakiliiiHOI ITOBEPXHI 3
JaCTKOBO MEPEKPUTHUMHU AKTUBHUMH IIEHTpaMU
POSTIKJIMM CKJIOM. A caMe IMOBEPXHEBi Je(eKTH BiaIo-
BiaIOTb 3a YTBOPEHHS aKTUBHUX LIEHTPiB, HAa SIKUX
BiIOYBalOThCS aKTU KaTaTliTUMHUX IT€PETBOPEHb.

JBa 1apu ckjia MAS miciisi BUAKOTO BUTIATY
MPU3BOIATH A0 HAWBMIIOTO cepell MOPiBHIOBAHUX
crynens nepersopeHHss CO — X=0,38, He3Baxkaoun
Ha wie Oinbiue 3HaueHHs E,=43,6 x/Ix/MoJb.
IIBuakuii BUunaa, UMOBipHO, cripusie Monudikaril
CTPYKTYPM TIOBEPXHEBOIO lapy ckiia, (hopMylouun
Oi/IbIILY KiJIbKICTb Je(EKTIB Ta MOp, OTKE, HOBUX aK-
TUBHUX LIEHTPIB.

HasiBHicTb MO3UTHMBHOI KopesisLiii (Tad. 2) Mix
X ta E, 11 po3mIsiHYyTO1 CUCTEMUM MOXE 3[aBaTUCS
napajokcajbHOIO: 3a3BMYail BHCOKa peakxliiiiHa
AKTUBHICTb aCOLIIIOETHCS 3 HU3bKOIO €HEPri€l0 aKTh-
Bawii. OgHakK y JaHOMY BUITaIKy migBuileHHs E, He
MOXe OyTM IIOB’sI3aHE 3i 3POCTaHHSIM peaklliiiHOI
akTuBHOCTI. 151 00cTaBMHA CBIAYMTD IIPO 3MiHY Me-
XaHi3My peakllil 3aBIsIK1 HasiBHOCTI CKJla Ha MOBEPXHi
MYJIITOKPEMHE3EMY.

IMigBuineHHs 3HayeHb E, TakoxX Moxe o3Haua-
TH, 110 peakliisl MPOTIKa€e uyepe3 aKTHUBHIilIi, aje
€HeproeEMHIlll 1IgXu (MeXaHi3Mu), sSKi CTaloThb
MOCTYITHUMM 3aBISKU YTBOPEHHIO HOBUX, PEaKIIiii-
HO3IATHIIINX TTOBEPXHEBUX CTPYKTYP.

HaijiBuina akTUBHICTh JOCSTA€EThCS 3a pa-
LIOHAJIBHO1 CTPYKTYPHU CKJISSHOTO 1l1apy, CTBOPEHOI
LIBUJIKKAM BUITAJIOM — 1€ MiJKPEC/II0€ BaXJIUBICTh
JIOTPUMaHHS TEXHOJIOTTYHUX TTapaMeTpiB MPUTOTYBaH-
Hs1 MaTepiaiy 151 MPOBEACHHS KaTaji3y, a He JI1lle
oro ckiany.

Bucnoexu

3aificHeHi AOC]iIXeHHs KaTaliTU4HOI aK-
TUBHOCTI BTOPUHHUX HOCIIB MYJITOKpEMHE3eMy —
pi3HUX 3a TexHoJorielo (GopmyBaHHS lIapiB
amopHoi (pa3u B peakilii KOHBEPCii OKCUY ByTJie-
o (CO) — BUSIBUJIY 3QJIEXXHICTb CTYIEHS NIEPETBO-
PEHHS Ta eHepril akTUBALLil Bill XapaKTepy Ta KiJIbKOCTi
MOBEPXHEBUX 1IAPIB.

bazoBuii HOCil, YUCTUI MYJTITOKpEMHE3EM,
BMSIBUB Ha/I3BMUAiHO HU3bKY KaTaliTUYHY aKTUBHICThb
(X=0,06) 3 MiHIMaJIbHOIO €HEPri€l aKTUBalil
(E,=25,4 x/Ixx/Mo0Jb), 110 TMiATBEPIXKYE MOTO
IHEPTHICTh B peakilii okucHeHHs1 CO, K HacigoK
BiICYTHOCTI 3HAUyIIMX aKTUBHUX LeHTpiB. HaHeceH-
H$1 OJIHOTO TTOBEPXHEBOTO 11apy ckiia Tuiry MAS pizko
MiABUILMIO CTYMiHb NnepeTBopeHHs a0 X=0,29,
He3BaXkalouu Ha 3pOCTAaHHsS €Heprii akTWBalil A0
E, =35,0 x/Ixx/monb. Lle BKazye Ha MOSIBY aKTUBHUX
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LIEHTPiB, 31aTHUX aIcCOPOYBATU 1 aKTUBYBATU MOJIe-
kyau CO ta O,, iMOBiIpHO, 32 paXyHOK MOAM(iKO-
BaHUX MOBEPXHEBUX KMCIOTHO-OCHOBHMX BJIACTU-
BoCTeil a00 yTBOpeHHs1 crenuiuyHux aedeKTHUX
CTPYKTYp 3a paxyHOK HasIBHOCTI i0HiB 3d-nepeximHoro
meTaity, Mn, y ckiiaai amopdHoi dasu.

Ioasifinuit map MAS cnpusB nesskomy
3HIDKEHHIO CTymiHs IepeTBopeHHs (X=0,25) mpu
nojgajiblioMy 3pOCTaHHI €Heprii akTuBalil
(E,=40,9 xJ/Ixx/Momab). Lle moxe OyTu moB’si3aHe 3
YaCTKOBUM OJIOKYBAaHHSIM aKTUBHMX LIEHTPIB MIEPILIO-
ro 1Iapy ckjioa3u MOBEPXHEBUM LLIAPOM, SIKUIA Pi-
3UYHO 1X 3aKpUBAE, a CaM CTBOPIOE MEHIII CITPUSTII -
BY MopdoJorito rnoBepxHi. OaHaK WBUAKUNA BATIAT
MOJBIMHOIO CKJISTHOTO MOKPUTTS MPU3BiB 10 MAKCU -
MaJIbHOIO 3HaYEeHHSI CTyTeHs repeTBopeHHs (X=0,38)
Ta HaiBuoI eHeprii aktusauil (E,=43,6 xJI>x/MOJIb).
MMOBipHO, B yMOBaX LIIBUIKOTO BUTIATY (DOPMYETh-
Csl HOBa HEYMOPSIKOBaHA, 3a paxyHOK IIbOTO aK-
TUBHA MTOBEPXHEBA CTPYKTYpPA, SIKa MOXJIMBO iHiLliI0€
CTBOPEHHSI HaHOKpHUCTaJliuHUX (a3 abo HepiBHO-
BaXKHMX J1e(DeKTiB B ckiodasi — akTUBHUX LIEHTPIB,
K1 CIpUSIOTh Mpolecy Oulbll eheKTUBHILLIOMY
okucHeHHo CO.

O1Ke, CIOCTEPIraeThcsl YaCTKOBA BiAIIOBIAHICTD
MK 3pocTaHHSIM cTyneHs mneperBopeHHs CO Ta
301IbIIEHHSIM BEJMUMHM €HEPTil aKTUBALIil peakilil
OKMCHEHHS Mpu IOCJiJOBOMY BMBYEHHI BJIaCTU-
BOCTEI HOCIIB — BiJ iHEPTHOT'O 10 aKTMBOBAHUX OJI-
HUM TTOKPUTTSM 32 PI3HUMU TEXHOJOTIYHUMU PEKU-
Mamu. MakcUMaJIbHOIO KaTaliTHIHOIO aKTUBHICTIO 3
BHCOKOIO €HEpPri€l0 aKTHUBallil XapaKTepu3yIOThCs
HOCIi, OTpMMaHi B yMOBaX LIBUAKOrO BUMNAy, SIKWAMI
YTBOPIOE BiIMIOBITHUM YMHOM (DOPMYE IIPOCTOPOBI
CTPYKTYpPU ITOBEPXHi BTOPUHHOI'O HOCIsI.

Ile Bkazye Ha Te, 1110 0COOJMBOCTI OYITOBU TO-
BEPXHi HOCisl Ta XapaKTep aKTUBHUX LICHTPIB Bilirpa-
10Tb OiJIb1I BUpillaJibHE 3HAYEHHS Y TiIBUILIEHHI CTY-

TEHIO NMEPETBOPEHHSI, HIXK aOCOJIIOTHI TEPMOAMHAMIYHI
rnapaMeTpu IesIKUX KaTaJiTUdHUX MTPOLIECIB.
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CTyIiHb IEPETBOPEHHS . Lk
3pazok 4 P p . | Enepris aktuBanii , E,, kl>x/Moib
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MAS (mBHIKWIA BUIIAN)
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STUDY OF THE INFLUENCE OF SOL-GEL COATING
FORMATION TECHNOLOGY ON THE CARBON
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A study was conducted on the catalytic activity of various
glass layers formed using different technologies and prepared from
colloidal solutions of the manganese—aluminum-—silicon oxide
(MAS) system on the surface of mullite—silica in the reaction of
converting carbon monoxide (CO) to carbon dioxide (CO,). A
dependence was established between the structural and chemical
state of the surface of secondary carriers created by technological
influences and their catalytic and energetic properties. Mullite—
silica exhibited practically no catalytic activity, indicating the
absence or low propensity of active sites on its surface to conduct
reactions. The application of a single amorphous layer onto the
mullite—silica significantly increases the degree of CO conversion,
indicating the presence of active sites on the new reaction surface.
The maximum reactivity and the highest activation energy value
were shown by the amorphous surface structure formed by two
layers, obtained under conditions of rapid firing. The profilograms
of such a surface indicated that this firing mode promotes the
formation of a larger number of high-energy reactive centers.
Modifying the surface of mullite—silica with an amorphous glass
composition allows targeted control of its catalytic activity. It
has been shown that not only the amount of glass but also the
method of its application and thermal treatment have a significant
influence, which must be taken into account when developing
catalytic neutralizers based on ceramic carriers.

Keywords: conversion degree; catalytic oxidation of CO;
mullite—silica; secondary carrier; amorphous structure; glass layers.
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