Hoto 3natHicTio CuX,, i akTuBHicTio katanizatopa Pd(I)-
Cu(l1)/H-BT6 B peakuii HU3bKOTEMIEPATypPHOTO OKHC-
HEHHST MOHOOKCHIY BYTJIEIIO.

SUMMARY. As is shown, the acid-modified basalt
tuff (H-BT6) adsorbes Cu (I1) selectively from solutions
containing K,PdCl, and CuX, (X = CI",NOy"). The rela-
tionship has been found between the CuX, adsorbability
and the activity of Pd(l1)-Cu(ll)/H-BT6 catalyst in the
reaction of low-temperature carbon monoxide oxidation.
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0.B. Imenko, A.I'. Iavyenko, A.B. SAummupcekuii, C.B. Taiinaii, T.M. IIkoxna, O.I. Opancbka
SiO, SK HOCIN JJA OKCUJIHUX KATAJIIBATOPIB Cu—Co—Fe PEAKIIﬁ OKHMCHEHHA CO

BuBueHo KaTaniTHYHY aKTHBHICTH Ta NOBEPXHEBI BIACTHBOCTI HAHECEHHWX Ha CHJIIKAarelb OKCHIHUX KaTali3aTopiB
Cu—Co—Fe peaknii okucaennss CO. BcranosieHo, mo y 3pa3ka 3 15% mac. akTuBHOT (a3um cnocrepiraerbcs
MaKCHMajbHa KaTaJTiTHYHA aKTUBHICTH. TepMoaecopOIiiiHi JOCTIKEHHsT MOKa3adu, 10 MiJBUIICHHS KaTaJiTHYHOT
aKTHBHOCTi KOPEIIO€ i3 301IbIIEHHAM KiNbKOCTI HM3bKOTeMnepaTypHoi az-popmu CO,.

IMpo6nema yrumizanii MOHOOKCHAY BYTJIELIO €
OJIHUM 3 PYIIiiB MONIYKYy KaTajgi3aTOpiB A peaxiil
okucHeHHst CO. Lleit xaTamiTHYHUHA TIpolec € 3pyd-
HHUM JUIsl BUPIIICHHS PI3HUX TEOPETUYHHUX NMUTAHB, TO-
MY OKHCHEHHS MOHOOKCHIY BYIJICHIO € MOICTHHOIO
peaKkIliero y reTeporeHHoMy Kataizi. Marepian Ho-
Cisl HAJIOKUTh O OCHOBHHX (DaKTOpiB, MOPSAN 3 KaTa-
JTITUYHO aKTUBHOIO ()a30l0 Ta MPHUCYTHICTIO MPOMO-

TOpiB, 110 BU3HaYae AKOCTI KaTanizaTtopa. Jucrmepc-
Hi KpEeMHE3eMU BHKOPHUCTOBYIOTHCS B SIKOCTI COp-
OCHTIB, KaTayi3aToOpPiB, HOCIiB y XpoMaTorpadii Ta ka-
Taji3i, HAIOBHIOBAYIB MOJIMEpPiB, KPHCTATI3YIOUHX
pearenTiB Ta iH. [IpakTuyHO OE3MEXHI BIACTHBOCTI
JUI HaIPaBJICHOTO MOIU(IKyBaHHA HOTO MOBEPXHI
3HAYHO MOUIMPIOIOTH CHEKTP HNEPCHeKTHUBHHUX Haml-
PSMKIB MO0 BHKOPHMCTaHHS B Haylli Ta TexHimi. I1i-

© O.B. Imenko, A.I'. Isuenko, A.B. Auumupcekuii, C.B. Taiigaii, T.M. Illkoxa, O.I. Opauceka , 2008
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KaBUM OyJIO TOCTITUTH MOBEIIHKY CHIIIKATEII0 K HO-
ciss B peakuii okucHenns CO.

BuB4eHHSI OKCHAHUX CHCTEM IOKa3ajo, IO BU-
COKY KaTaJliTHYHY aKTHBHICTh Ma€ OKCHUAHA CHCTEMa
Cu—Co—Fe [1]. Tomy meror manoil poboTu Oymo
BHBYCHHS KaTaJITUYHOI aKTHBHOCTI Ta IMOBEpXHE-
BHX BlactuBocTedl okcuaHoi cucremu Fe—Co—Cu,
HaHECEHO{ Ha CHJIIKarels.

3pa3ku roTyBalud METOJIOM IPOCOYYBAHHS CH-
nikaremo (SiOp) posunmHamu coneil MeraniB (Bu-
kopucroByBanucek HiTpatu Cu, Co, Fe 3 pospaxo-
BaHUM CIIIBBIIHOIIEHHSAM METaJiB) 3 MOJAIbIINM
BUIApOBYBaHHAM, BucymyBaunaam npu 120 °C mpo-
TroM 8rox Ta GOPMYBAHHIM y peakIifHOMY ce-
penoBumi. KinpKicTh akKTUBHOT MacH 3MiHIOBaach
Bigx 1 mo 20 % mac.

KartaniTuuHy aKTUBHICTH BUBYAJIM HAa yCTAHOBII
OPOTOYHOTO THIY MPU aTMOCHEPHOMY THCKY 3 XPO-
MaTorpadiyaum aHamizoM rasosoi cymimi (20 % O,
2% CO, 78 % He). Miporo kaTaaiTHYHOT aKTHBHOCTI
o0yna temnepatypa 100 %-ro meperBopenHs CO a0
Co, (t1%,

PenTreniBcbkuii (ha30BHil aHAII3 MPOBOJAUBCS HA
aBTOMaTHYHOMY nudpakromerpi JJPOH-4-07 3 Bu-
kopuctaHHsaM (QineTpoBaHoro CoKy-BUIPOMIHIO-
BaHHA. J{udpakmiiiHi crekTpu oO0poOIsLIN METOI0M
MOBHOMPO(UIEHOTO aHaNi3y 3 BUKOPUCTAHHSIM OpH-
riHAIBHOTO MaKeTa J0JATKOBHUX HPOTrpaM.

CraH TOBEpXHI OKCHIHUX KaTalli3aTOpiB BHB-
9aBcs METOJIOM TepMoJecopOuii 3 BHKOPUCTaHHIM
Mac-cekromerpa MX 7304 A sk nerekropa 4acru-
HOK, IIIO BIIJTITaI0OTh, @ TAKOX 32 HU3BKOTEMIIEPATYp-
HOIO aJICOpPOIIEI0 aproHy.

Ha puc. 1 npencraBieHa xapaKkTepHa 3aJISKHICTD
crynens nepersoperHss CO go CO, mnst 3paskiB, 1o

i

g0
404

204

T T
40 &80 120 160 T°(

Puc. 1. 3anexuicte crymens meperBopenns CO mo CO,,
0, 1 0 -
(Cgo , %) Bin TeMIepaTypH JUIs 3paska 3 15 % mac. akTuB
Hoi (asu, nanecenoi Ha SO, 0 — TOYKM Ha CIyCKy
TeMmepaTypu, * — Ha HiAHOMI TeMIepaTypH.

86

OTpYMaHi HAHECEHHSM aKTHBHOI MacH Ha CHIKATElb.

3 HaBemeHHX HA puc. 1 JTaHWX BUIHO, IO TEMIIe-
patypa 100 %-ro neperBopennss CO go CO» mist 3pa-
3ka 3 15 % mac. aktuHOI hasu jgopisnioe 178 °C. Jlns
BCIX BHBUYEHHX 3pa3KiB, OTPUMAHUX HAHECCHHSM Ha
CHJIIKarenb, CIOCTEPIraeThes TiCTEPE3UC MPOTH TOAUH-
HUKOBOI CTPUIKU. ICHYBaHHS TeMIEPaTypHOTO TiCTe-
pesucy Ans AOCHIHKEHUX KaTali3aTOpiB MOXHa IO-
SICHUTH HAsBHICTIO B IOBEPXHEBOMY IIapi crabKo XeMo-
copOoBaHUX (PparMeHTIB, SKi Y CBOEMY CKJIaJli MAlOTh
Boaenb [2]. I{i paaukanu i € iHimiaTopamMu nepediry
peakiii okucHenHs: CO B 00’emMi ra3oBoi (asu 3a JaH-
IOTOBUM MEXaHI3MOM, IIO BiNMOBIA€ T€TEPOTEHHO-
TOMOTCHHOMY MeXaHi3My peaknii okucHeHHs CO.

3HaYeHHS aKTUBHOCTI Ta MUTOMOI MOBEPXHI IIUX
3pa3kiB HaBeeHI B TaOnuni. HaltakTuBHIIIMM 3pas-
KOM € TOW, Ha TMOBEPXHIO sikoro HaHeceHo 15 % mac.
akTuBHOI (pa3u. 3HAYCHHS MUTOMHUX MMOBEPXOHb IS
BCIX 3pa3kiB 3HaxomaTbes B Mekax 300 M.

Temnepatypn 100 %-ro meperBopeHHS (tloo), NUATOMI TO-
BepxHi (S_,,) Ta TeMmepaTypm MaKCMMyMiB aecopouiliHMX
nikie CO, (7 [CO,]) nia Cu—Co—Fe-okcuaHux kara-
Ji3aTOpiB, HAHECEHUX HA CHIIKarejb

Kinpkicts T
HaHeceHoi Snm‘ tloo, " [COZ]
aKTHBHOT M2 °C asg a,
macu, % mac.
1 330 57 % nepers. 210 —
5 306 219 205 —
10 300 196 206 —
15 302 178 206 —

Ha puc. 2 HaBeneHo TepMmoaecopOIiiiHi crekT-
pu H,0, O, ta CO5 3 noBEpXHEBOIO LIapy 3pa3Ka
3 15 % mac. aktuBHOT (pas3u, sKi € XapaKTepHUMH s
BCiX BHBUYEHHUX 3pa3kiB. [l BCiX 3pa3KiB BiICYTHS
necopOIist 3 TOBEPXHEBOTO APy MOJICKYJISIPHOTO KH-
cH0. Bona necopOyeThest 3 MOBEPXHEBOTO MIapy 3pa-
3KiB Y BEIUKUX KUTBKOCTSIX, TPHYOMY OCHOBHA 1i dac-
THHA — mpu Temmnepatypi go 200 °C.

3rigHO 3 TEopi€l0 BOJHEBOTO 3B'A3yBaHHS IS
MOBEPXHI KPEMHE3eMiB BHUJaNIeHHs (i3udIHO 3B’sI3a-
HOT BOAM U1 JPiOHOMOPHUCTHUX CHIIIKAreliB BinOy-
BaeThess 10 180—200 °C [3]. Xemocop6osani dop-
MU BOJH AECOPOYIOTHCS y BCbOMY IHTEpBaJli TeMIIE-
patyp Bigx 200 mo 800 °C, mo i crocrepirajioch Ha
T -cnekTpax.

IMiku CO, ma TJl-criekTpax acHUMETpPW4Hi, IO
CBIIYUTH TIPO MOJICKYJIAPHHHA XapakTep aecopOiii.
a;-®opma CO, 3 eHnepriero gecopbuii (Ey4)<110
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Puc. 2. TAA-cmextpu H,0 (1), CO, (2) Ta O, (3) 3 mosep-
XHeBOTO mapy s 3paska 3 159% mac. aktuBHOI (asm,
HaHECEeHO1 Ha CHJIKarelsb.

kx/monp (T,<110 OC) BiamoBigae ¢izuuHiii an-
cop6mii. [Tponec xemocop6uii BinOyBaeThcs 3a pa-
XYHOK CTaJifHOTO MEXaHi3My 3 MOYaTKOBOK aJcopo-
miero CO Ha MOBEpXHEBUX aToMax KuCHIO [4, D], BHa-
CIiIOK AKOi yTBOPIOIOTHCSA AOCTATHBO CTiMKi iHTeEp-
meniati COo. 3a eHepriero 3B's3KY X MOXKHA PO3UTHTH
Ha TPYIH, PO3paxoBaHi 3HaueHHs Ey SKUX BiANOBixa-
I0Th 3a3Ha4YeHUM a-hopMmam:
a,-popma °© Ey= 110—150 x/{x/moab
(T = 110—200 °C);
az-popma °© Ey= 150—210 x{x/monb
(T = 200—300 °C);
agzbopma © Eg> 210 kx/mons (T > 300 °C).

3 gaHuX puC. 2 1 TaOJNHIN BUIHO, IO B MOBEPX-
HEBOMY HIapi 3pasKiB crocTepiraerbes ogHa ag-hop-
ma CO, (Eq= 150—200 x/]x/Moub). TTinBuIIeHHS Killb-
KOCTI Iiei (OpMHU KOpETo€e 3 KaTadiTHIHOK aKTH-
BHICTIO, TOOTO y 3pa3ka 3 HalMeHIIow t 0= 178°C
(15 % mac. aktuBHOI Macu) mi€i GpopmMu HaHOimbIIE.

IMoBipHO, a3¢opma BigmoBinae OLTBII MIITHO
3B’s13aHil kKapOoHaTHii crpykTypi [3] (mBoTOUKOBA an-
copbuist), sska yrBoproerbest mpu B3aemomii CO 3 xe-
MOCOPOOBaHIM Ta CYCITHIM aTOMaMH KHCHIO TPaTKH.
asPopma npossaserbca Ha TJl-cnekTpax pasom 3
a3 (opMOI0 MPH BUCOKUX TEMIIEpAaTypax i, Ha HaIIy
IYyMKy, He Oepe ydacTi B KaTaJiTHYHOMY MPOIECI.
MoxmuBo, s Gopma xemocop6osanoro CO, yTBO-
proerbes npu B3aemonii CO 3 gBoma xemocop6o-
BaHHMH aTOMaMHU KHCHIO 3 yYTBOPEHHSM BiTHOCHO
OimpIn MIHOTO KapOOKCHIATHOI'O KOMILIEKCY.

KuiBcokmii HanioHanbHUH yHiBepcuteT iM. Tapaca llleBuenka

Incturyr ximii moBepxni HAH Vxkpainu, Kuis
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Penrrenodazosum aHamizom Oyno MoKa3aHO,
110 TpU HaHeceHHI okcuaHoi cuctemu Cu—Co—Fe
Ha SO, Ha MOBEPXHI yTBOPIOETHCS APIOHOANCIIEPCHA
¢aza CuO, B sxiii atomun CU 4acTKOBO 3aMillleHi Ha
Co ta Fe, gKa i € OCHOBOK AJIsi OKPEMHX aKTHBHUX
neHTpiB, Ha Akux CO, xemocopOyeThesa B ag-Gopmi.

Hdns o6’emHMX OKcHIHHX KaTtamizaTopiB Cu—
Co—Fe 6yno mokasano [4, 5], 1o 11 BHCOKOI KaTa-
TITUYHOT aKTUBHOCTI HEOOXiJHA MPHUCYTHICTH (azu
Cuy(OH)3NOg, siky He Oyao 3HAIEHO UL BHBUCHUX
3pa3kiB. 3 MM TOB'sA3aHE MOHWKCHHS KATaTITUIHOT
AKTHBHOCTI HaHECEHUX Ha CHJIIKArellb 3paskiB y IMO-
PIBHSIHHI 3 MaCHBHHUMH OKCHJIHUMH KaTali3aTOpamMH
Cu—Co—Fe

TaxuMm uyuHOM, BUBUeHHs cucremu Cu—Co—Fe,
HaHeceHol Ha SIO5, Moka3ano, o Ha MOBEPXHI yTBO-
proerbess ¢paza CuO, B skiii atomu CU 4YacTKOBO
samimeni Ha Co Ta Fe lle npuBoguTH 10 TOTO, IO
CO, ancopOyrouncs Ha MOBEPXHI KaTamizaTopa, yT-
BOPIOE OB MIIIHO 3B'si3aHi KOMIIJIEKCH, SIKi Jecop-
OyoTbesl mpH OUTBII BHCOKMX TEMIEpaTypax, Lo i
MPUBOJUTH JO MOHMKEHHS KaTaJiTHYHOT aKTHBHOCTI.

PE3IOME. M3yuena katajmuTtudeckass aKTUBHOCTb U
MOBEPXHOCTHBIE CBOMCTBAa HAHECEHHBIX Ha crutnkarens Cu—
Co—Fe-oxcuanpix katanu3atopoB peakiun okuciaenus CO.
YcranosieHno, 4yTo y o6pasna c¢ 15 % mac. akTuBHOU (azbl
Hal0JrolaeTcss MakCUMaiabHasl KaTaJIMTHYeCKasi aKTHBHOCT.
TepmoecopOIIMOHHBIE UCCIETOBAHNS IIOKA3aJIH, YTO ITOBBI-
MIEHHE KATAJINTUIECKOH aKTUBHOCTH KOPPEIUPYET C yBEIu-
YEHHEM KOJIMYECTBA HU3KOTEMIIEPATYPHOH A5-popmer CO,,.

SUMMARY. The catalytic activity and surface pro-
perties of supported on silica g Cu—Co—Fe oxide cata-
lysts in the reaction of CO oxidation is studied. It is de-
termined, that for the sample with 15% mas. of active
phase maximum catalytic activity is observed. Thermo-
desorption investigations have been shown, that increase
of catalytic activity correlates with increase of quantity
of the low-temperature a,-form of CO..
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