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Busueni xamanimuuna axmusHicmv ma NnoeepxHesi 61acmMusocmi 3¢opmosaHux Ha
HaHo80N0KHAX Kap6idy kpemuito CU-Co-Fe oxcuonux kamanizamopie peaxyii oxucnenns CO.
Ilokazano, wo Kuciomma oO6pobKa HAHOBOIOKOH KApOIOY KPeMHIil0 CHpUsE YMEOPEeHHIO HA
nosepxui nocis kpucmaniunoi ¢pasu CUx(OH)3NOs, sika € kamanimuuno akmuenor 6 peaxyii
oxucnenns CO.

Beryn

BupinieHHs ekoJoTiyHUX MpodIieM, a TaKoXK CIelialibHi 3aBAaHHS 110 3HWKCHHIO PIBHS
rpannyHo nonycrumoi koHuentpauii ([AK) kinbkocti CO B 3aKpUTUX NPUMILICHHSAX aKTHUBI-
3YIOTh MOIIYK BUCOKOAKTUBHHUX KaTalli3aTOPIB HU3bKOTEMIEPATYPHOTO OKMCHEHHS MOHOOKCH-
ny Byraeio. CyTTeBHiA IHTEpeC BUKIMKAIOTh 3MillIaH1 OKCHJIHI CUCTEMH, K1 32 KaTaliTHIHUMHU
BJIACTUBOCTSIMHU YCIIIIHO KOHKYPYIOTh 3 TPAAMLIHHUMH IUIATHHOBUMH Ta nanaaieBumMu. Kpim
toro, okucHeHHs1 CO — 11e 0/1Ha 13 MOJIENIFHUX PEaKIii 1151 TEOPETUYHOIO MOSICHEHHS 1epediry
reTeporeHHO-KaTAIITHYHUX MPOIIECIB OKUCHEHHS.

Po3poOka edeKTHBHUX KaTaTiTUYHHUX CHUCTEM IILISXOM ONTHMI3alil CKIagy BXKe Bi-
JIOMHUX, BJOCKOHAJICHHS TEXHOJIOTIi IX MPHUrOTYBaHHS Ta NOLIYK €(PEeKTHMBHHUX HOCI{B s
CTBOPEHHSI OKCHJIHUX KOMIIO3MIIif, aKTUBHUX HPU HU3BKUX TEMIIEPATyp, € MEPCHEKTUBHUM
HaMpsSMKOM JIOCIi/IKEHb.

Panimie Hamu Oyno mokaszano [1], mo cuHTe30BaHMid B 1abopaTopii XiMi4HOTO (aKyib-
tery KuiBcbkoro HarionansHoro yHiBepcurery Cu-Co-Fe okcuanmii katamizatop 3 MacoBUM
cuiBBigHOIIEeHHsM MetaniB: Cu-90,25; Co-4,75; Fe-5,00 (dbazoswuii ckinan 85 % Cuz(OH)3;NO3
ta 15 % CuO), € BucokoedekTuBHUM KaTajiizatopoM peakuii okucHenns CO. B naHiit po6oTi B
SIKOCTI HOCIsl BUKOPHCTOBYBAJIM HaHOBOJOKHa KapOiny kpemHuito (SiC). Ilpencrasieno moc-
JTDKEHHS 10 (OPMYBAaHHIO OKCHIHHMX KaTali3aTopiB Ha HeoOpoOieHMX HaHOBoJIOKHaX SiC
(I cepist) Ta Ha mpoTpaBieHnx (ropoBomHeBoro kucioToro (Il cepis). HanoBosokna kapOimy
KPEMHII0 BUTOTOBJIEHI B [HCTUTYTI poOieM mMarepiago3HaBCTBA METOJIOM ra3o(a3Horo xiMmiy-
HOT'O OCa/DKEHHS IUISIXOM TEPMIYHOIO pO3KiIaly MeTWITpuxiopcuiany. CUHTE3 HAHOBOJOKOH
kapOiny kpemuito (SiC) npoBogunu npu temmnepatypi 1300 °C 3 BUKOpHUCTaHHSM 3aJi3HOTO
kataiizaropy [2 — 4]. Bubip HaHOBOJIOKOH KapOiny KpeMHiF0 00yMOBJICHUI TAKUMU MIipKyBaH-
HAMH. KapOia KpemHito cTiikuil 1o okucHeHHs 1o Ttemnepatryp 900 — 1000 °C Ta edextuBHO
Iparioe B 0araTb0X arpeCUBHUX CEpelOBHUILAX.

ExcnepuMeHTa/IbHA YaCTHHA

Mopdoorito Buximaux HaHoBonokoH SIC Ta HaHoBosokoH SIC i3 cdopmoBaHOO
aKTHBHOIO (pa3010 BUBYAJIH 32 JIOTIOMOTOI0 TPAHCMICIITHOTO eneKTpoHHOT0 Mikpockomny (TEM)
JEM 100 - CX 11.

dazoBuil CcKiaj Karani3aTopiB BU3HAYaJM 3a JaHUMH PEHTI€HO(A30BOr0 aHajily Ha
mudpakromerpi IPOH-4-07 13 Bukopuctanusam ¢insrpoBaHoro Co K, BUnpomiHioBaHHs.



Pesynpratn TEM — nocnimkens npeacrasieHi Ha puc. 1, a, ne BuaHo SiC-HaHOBOJIOK-
Ha IPAMOJIIHIIHOT Ta KpuBOJiHiIHHOT popmu aiameTpom 10 — 100 HM Ta TOBKUHOIO 10 AEKLIb-
KOX JecsTKiB MikpomeTpiB. Ha puc. 1, 6, 2 HaBeneHo TEM 300paxenHs: SIC-HaHOBOJIOKOH 13
chopmoBanum podounm miapom (85 % Cuz(OH)sNO; ta 15 % CuO). TEM — 300pakeHHs B
TeMHOMY ToJii (puc. 1, 6) cBimuuth, mo akruBHa (aza 85 % Cuy(OH)3NO3 ta 15 % CuO mae
KpHUCTaIIYHy OyI0BY.
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Puc. 1. TEM 300paxenHs: HaHOBOJIOKOH SiC.
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3pasku | cepii roTyBasM METOOM MPOCOYYBaHHS HAaHOBOJOKOH SIC po3yrHamMu coJiei
metaniB (BukopucroByBaiuck Hitpatu Cu, CO, Fe 3 po3paxoBaHUM CITIBBIIHOIICHHSM MeETa-
JiB) 3 HACTYITHMM yHaprloBaHHAM Ta BucyiyBanHsam mpu 120 °C nporsirom 8 roa. 3pa3ku HaHO-
BoJsiokoH SIC II cepii cioyatky oOpoOIsiin TOPOBOAHEBOIO KUCIOTOIO, a MOTIM CHHTE3YBaJIH
3a HABEACHOIO BUINE METOAMKOK (aHanoriuHo, sk 1 mis I cepii). KinbkicTh akTHBHOI Macu
cxnagana 10, 20, 25 u 30 % mac.

Karanitiuny akTHBHICTh BUBYAJIU HAa YCTAHOBI{I MPOTOYHOT'O TUITY IIPH aTMOC(HEPHOMY
TUCKY 3 XpoMmaTorpagiuHiuM aHaii3oM ra3oBoi cymimri. Peakmiitna cymim ckinagana 20 % Oo,
2% CO, 78 % He. Miporo karamituyHoi akTuBHOCTI Oyna temmneparypa 100 %-ro meperso-
perns CO B CO, (t'°).

CraH moBepXHI OKCHIHMX KaTalli3aTOpiB BHUBYAIM METOJIOM MPOTPAMOBAHOI TepMO/Ie-
copOmii 3 BUKOpHUCTaHHSM Macc-ciiektpomeTpa MX 7304A, sk AeTekTopa YacTHUHOK, IO
necopOyroThCs. 3HAUCHHsS] MUTOMOI MOBEPXHI BU3HAYAIM 32 HU3BKOTEMIIEPATYpHOIO afcopo-
II€I0 aproHYy.

PesyabTaTh Ta iX 00roBOpeHHs
Jia BCiX MOCHIKEHMX 3pa3KiB Ha 3aJIEKHOCTI CTYNEHS MEPETBOPEHHS BiJ TemIepa-
TYpPH CIIOCTEPIraeThesl TiCTEPEe3nc MPOTH TOAMHHUKOBOI CTPUIKU. ICHYBaHHS TeMIepaTypHOTO



ricrepe3ucy Ui JaHUX KaTaiai3aToOpiB MO’KHA TOSICHUTH TNPHCYTHICTIO HA IMOBEPXHi ciabo

xeMocopOoBaHUX (pparMeHTiB, sIKi B CBOEMY CKJIaJli MalOTh BOJeHb. Lli paaukanu i € iHiiaTop-

pamu MpoxopkeHHs peakuii okucHeHHs CO B 00’emi ra3oBoi a3y 3a JaHIIOTOBUM MeXa-

HI3MOM, SIKMH BIIIIOBiZ[a€e TeTePOreHHO-TOMOTEHHOMY MexaHi3My peakii okucHenHs CO [5].
3HaueHHs! aKTUBHOCTI /I BUBYCHHX 3pa3KiB HaBEIeH1 B TAOIHII.

Ta6muus. Temneparypn 100 %-ro meperBopenns (') Ta Temmeparyps MakcHMyMiB
necop6uiiinux mikiB CO2 (Tm) ans Cu-Co-Fe okcuaHux KaTaau3aTopiB, HAHECEHUX
Ha KapO0ix KpeMHito

KinbKicTh Tm, °C
aKTUBHOI MacH, t 100 oC
% Mac. o o2 o3 o
5 % nepeTs.

0 1 400 °C - - 300 510
I cepis

10 260 90 - 210,280 -

20 230 70 - 260 370, 670
11 cepist

25 212 100 190 - 620, 740

30 210 100 180 - 610, 750

Ha puc. 2 naBeneni repmonecopOuiiiai ciektpu H,O, CO, Ta aToMapHOTO KUCHIO 3 TO-
BEpXHi 3pa3KiB.
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Puc. 2. T/ cnextpu 3 moBepxHi 3pa3kiB. 1 cepii 3 10 % mac (@) ta II cepii 3 25 % wmac. (6)
akTuBHOI a3y, micns podotu B peakiii okucHenus CO: 1 — Hy0, 2 - CO,, 3-0.

XapakTepHOI 0COOTUBICTIO [T BCIX 3pa3KiB € BIACYTHICTH AeCOPOIIil MOJIEKYISIPHOTO
KHUCHIO 3 moBepxHeBoro mapy. T/l cnektpu 3adikcyBanu aTOMapHUN KHUCEHb Y HEBEIMKUX
KUIBKOCTSIX Ha BChOMY JOCIIDKEHOMY IHTEpBall TeMIepaTyp Uil BCiX HaBeIEHHX 3pa3KiB.
Bona necopOyerscsi 3 TOBEpXHEBOTO mIapy HEOOpoOIeHOro Hocis Ta Karamizatopis I cepil y
BCIMKIM KUTBKOCTI Ha BChOMY JOCHTiMKEeHOMY iHTepBami temmeparyp Bim 20 mo 800 °C
(puc. 2, a). st 3paskis II cepii Boga necopoyerses no 250 °C. 3a T/l naHuMu 3 IOBEPXHEBOTO
IIapy YMCTOrO HOCIA /10 Ta micis poOoTu B peakuiitHoMy cepenoBuiii CO aecopOyeTbes npu
280 ta 500 °C. Piske migumenns kinbkocti CO Ha T/ cnekrpi micas 750 °C cBiguuTh mpo
pyiHalio 3paska.



[Tiku CO; na T]] cnekTpax acHMETpHuHI, IO CBIJUYUTH MPO MOJEKYISIPHUNA XapakTep
necopb6iiii. B monepeaHix podoTtax O0yio nmokazaHo [5], mo nporiec yreopents CO, IpoXoauTh
3a paxyHOK CTaJIHOTO MeXaHi3My 3 MOYaTKoBOIO afcopOumicro CO Ha MOBEPXHEBUX aToMax
KHCHIO, B PE3y/IbTaTi K0T yTBOPIOIOTHCS JOCTaTHBO CTiHKi iHTepMeniatu CO,. 3a 3HaUeHHSAMU
eHeprii 3B’sA3Ky IX MOXHa PO3AUTUTH Ha rpynu. Po3paxoBaHi 3HA4YeHHS €HEPrii akTHBAIii
necop6uii (Eq) BimnoBigaroTs Takum a-popmam COy:

ou-popma = Eq < 110 x/Ix/moub, (Tm < 110 °C),

o-popma = Eq =110 — 150 x/Ix/mMomb, (T = 110...200 °C),

as-popma = Eq = 150 — 210 x/Ix/moib, (Tym = 200...300 °C),

ou-popma = Eq > 210 x/Ix/moub, (Tm > 300 °C).

[Tik 3 HAWHIWKYUM 3HAYEHHSM [, TIO3HAYCHUH sK o-PopMma, Bigmosinae (Hi3UUHO-
anpcopboBanomy COp. Inmii, Ounbmn criiiki iHTepmemiatu COz 3 Eq > 110 x/>x/Momb, Biamo-
BIZIAIOTH XeMOCOpPOOBaHUM (hopMaM.

B noBepxHeBOMy IIapi YMCTOTO HOCIS CIIOCTEPIraloThCs TUIBKU O3~ Ta ou-popmu COy.
I3 manux Tabmuui BUIHO, IO poOOTa B peakiifiHOMY CepeloBUINl MPU3BOJUTH /O IMOSBU
a1-popmu COy, Ta nik oz-popmu CO; cTae O6inblI iIHTEHCHBHUM. [3 MaHMX Ha puc. 2 Ta Tabau-
11l BUJHO, 110 3 TIOBEPXHEBOTO MIapy 3pa3kiB I cepii necopOyroThest o o3 1 ou-hopmu COz. Jlmst
3pa3kiB Il cepii 3nuKae az-popma CO; Ta 3’ aBIsIETHCS Ol2-hopMa.

Sk Oyno mokasaHo pasimre [6], az-popma Binnoinae xemocopboBaHomy CO Ha 0HO-
My XeMOCcOpOOBaHOMY aToMi KHCHIO, oz-popma CO; — ne CO, xemocopOoBaHUI Ha JBOX
aToMax KHCHIO 3 OUIBIIOI0 CHEepriero akTuBaiii necopOuii (ABOTOYKOBa). Ou-(hopMa HPOSBIS-
eTbest Ha T/ cnekTpax pa3oM 3 oi3-(hOpMOIO NP BUCOKUX TEMIIEpaTypax Ta, Ha HaIl MOTJISL,
He mpuiiMae ydyacti B KaTajiTuuHomy npoieci. Ll ¢popma CO, BinnoBizae xemocopOOBaHUM
JAKTOHHUM Ta KapOOHUIBHUM TpynaM Ha caMoOMy HOCIi.

[TorpiOHO BimMmiTuTH, WO A 3pas3kiB Il cepii Ha mMOBHOMY TepmoaecopOIiifHOMY
CHEKTP1 CHOCTEpIraeThCs OJHOYACHE 3HAXOKEHHS TepmonecopOiiitnux mikiB CO2, HO, ta
aToMmapHoro kucHio B paiioni 190 °C 3 oqHakoBUM 3HaYEHHSM eHepril akTuBailii qecopoumii. e
JOCTaTHbO BaXJIMBUII MOMEHT JJIsl KaTalli3y Ta CIOCTEpIraeTbCs TUIBKU JUI 3pa3KiB JaHOT
cepii. MoXHa NPUIYCTUTH, IO YTBOPEHHS B MOBEPXHEBOMY ILApi 3pasKiB, sKi 00poOISINCh
¢dTopoBosHEeBOIO KuCIOTOK, KpuctamiyHoi ¢asu Cu(OH)3NOs, ne ionn Cu vacTkoBO
3amimena Ha ioHu CO Ta Fe, moB’s3aHO 3 yTBOPEHHSIM Ha MOBEPXHI aKTUBHHUX IIEHTPIB, K1 1
CHPUSIOTh MIJIBUIICHHIO KaTaliTH4HO1 akTHBHOCTI. [IpucytHicte B 3paskax Il cepii xpucra-
niuHo1 ¢a3u Cuz(OH)3NOs, ne ionun Cu wactkoBo 3aminieHa Ha ioHu CO ta Fe, miarBepakeHo
JAHUMHU PEHTreHO(a30BOro aHajii3y. 3a JaHMMU PEHTreHo(]a3oBOro aHamizy ajis 3pa3KiB
I cepii 3apeectpoBana ¢asza CuO, B skiit ionn CuU yactkoBo 3amimieni Ha Co Ta Fe.

BucnoBxu

Y moBepxHeBOMY I1api HaHOBOJIOKOH SIC 6e3 mormnepeHbpoi 00poOKH (HTOPOBOIHEBOIO
KHCJIOTOIO 32 JAHUMHU PEHTTEeHO(]A30BOTO aHaNi3y YTBOPIOETHCS KaTaTiTMYHO aKTHUBHa (asa
CuO, B sxiit ionu Cu gactkoBo 3amimieHi Ha Co Ta Fe. Ile mpu3Boauts 1o Toro, mo CO, aacop-
Oyrounch Ha akTHBHUX IIeHTpax CuO, yTBOpro€ OUIBIN MIITHO 3B’si3aHi KOMIUTEKCH (0iz-hopma
COy), sKi necopOyIOThCS MPU BUCOKUX TEMIIEPATYpax, HACIIIKOM YOrO € IMOHMKCHHS KaTalli-
TUYHOI akTUBHOCTI. [Ipu 00poOui HaHOBOJIOKOH SIC (GTOPHCTOBOIHEBOIO KUCIOTOK MOBEPX-
HEBUIl IIap HAHOBOJIOKOH YacCTKOBO PO3YMHSETHCS, YTBOPIOIOUM MOIVIMOJIEHHS, Ha SKHX, 3a
JTaHUMH peHTreHodaszoBoro anamizy, popmyerbes katanitnano aktuBHa ¢aza Cu(OH)3NOg, B
akii ioan Cu yactkoBo 3aminieHi Ha Co Ta Fe. AncopOyrounch Ha UX akTUBHUX IeHTpax, CO
YTBOPIOE MEHIII MIIHO 3B’si3aHi 3 moBepxHEet KomiuiekcH (az-popma COy), siki 1ecopOyOThCS
P MEHIIUX TeMIIeparypax, 110 1 iABHIY€e KaTaliTHUHY aKTUBHICTb 3pa3KiB.
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Catalytic activity and surface properties of the Cu-Co-Fe oxide catalysts of the CO

oxidation formed on the nanofibers of silicon carbide has been studied. It is shown, that acidic
treatment of silicon carbide nanofibers assists in the formation of Cu,(OH)3sNOj3 crystalline
phase on the carriers surface, which is catalytically active in the CO oxidation.






