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JOCHIIKEHHS KATAJIITUYHOI AKTUBHOCTI BYTIULJIS KAY
B PEAKIII OKUCHEHHS CIPKOBOIHIO.
BIIVIMB CTAHY ITOBEPXHI

Jocnioxceno 6naue sKiCHO20 ma KinbKiCH020 cKAAdy NOGEPXHEGUX KUCHEGMICHUX ePYn aKMUB0BAHO20 8Yein-
a2 KAY 6 peakuii oxucnenns cipkosoounio. [lokazano, wio Ha nosepxui KAY kamasimuuna peakuis OKucHeHHs
H.,S 3a yuacmio KucHio (YHKYIOHANbHUX OCHOBHUX UeHMpie 8yeneyesoi noeepxHi npoxodums edice npu KimHam-
Hill memnepamypi. Ilpoeedenns peakuyii npu nideuweniii memnepamypi eede 00 peeeHepayii aKMuUHUX
UeHmpie 3a paxyHoK KUCHIO 2a3080i pa3u, ujo 30inbulye KinbKicmo npopeazo8aHoeo CipKko80o0HH).

Y 3B'I3Ky 3i BNPOBAIKEHHSIM XOPCTKUX BUMOT
IIONO BMICTy CITOJIYK CipKM y BUKMIHUX Ta3ax Mpo-
MUCJIOBUX Ta TEPEpPOOHUX MiIMPUEMCTB MOIIYK BU-
COKOe(DEKTMBHUX KaTaTiTUMHUX CHUCTEM ISl BUAA-
JIEHHST CIPKOBOJHIO TPU HOTO HU3BKMX KOHIEHTpA-
115X € HAA3BUYATHO aKTyaJTbHUM.

Ji1 BUTydeHHSI CipKOBOAHIO TIPU MOT0 HM3BbKUX
KOHIIEHTpALIiSIX Y Ta30BUX CyMilllax BUKOPUCTOBYIOTh
ancopOLiiiHi Ta KatamiTuaHi Metogy. OCTaHHI MaloTh
TepeBary, OCKIJIbKM 3a0e3MeuyioTh HeuTpasizallito
OUTBIIIOI KiJTbKOCTI 1Ii€l WIKiIIWBOI pEeYOBUHU. K
Karaji3atopd BUKOPUCTOBYIOTb OKCUIM NESKUX TIe-
peXimTHMX MeTajliB Ta aKTWUBOBaHe Byrilisg. B 000x
BUIAQIKAX CIOCTEPIraeThcs Ae3aKTUBALliSI KaTajli3aTro-
pa, IO 3YMOBIIOE HEOOXiAHICTh HOro MepiogudHOL
pereHepatii. [TopiBHSIHO 3 iHIIMMM KaTaJliTUMHUMU
CUCTEMaMU, 110 BUKOPUCTOBYIOThCSI MPU OKMCHEHHi
CIDKOBOJIHIO, aKTMBOBAHE BYTLIS JIETIIE pPEreHepy-
€Tbcsl. IcHyloua MOXJTMBICTH 3MiHM XiMii TOBEpXHi
BYIJICLIEBUX MaTepialiB B JOCUTb IIMPOKUX MeXKax
[1] Ta Momudikarlii iforo KaTaJliTMIHUX BJIACTUBOCTEM
TIPYMBEPTAE yBary 10 LbOTO Martepiaiy.

Pazom i3 TuM, cjtig 3a3HAYMTU, 1O BIUIMB CKJIALY
Ta CTaHy TOBEpPXHi BYIJIELIEBUX MarepialiB Ha edek-
TUBHICTb TIEPETBOPEHHS CipKOBOJHIO Ha ChOTOMHI
HEIOCTaTHEO BUBYEHO.

bpaxcnuk 1. B., 3aiiyes 0. I1., bauepukosa I. B.. 3axucuearos B. A..

Hamu Oynmo pocimigkeHO BIUIMB YMOB TIOTIEpe.-
HbOi 00poOKM Byriuist KAY Ha ctaH iioro moBepxHi
Ta KaTaJliTMYHY aKTUBHICTb y peakllii OKUCHEHHS
CipKOBOIHIO.

EKCl’lepI/IMeHTaJIbHa yacTuHa

Ak BuUximHU Martepian OyJ10 BUKOPUCTAHO aKTH-
BoBaHe Byriuisi KAY, BurorosieHe 3 KapOoOHi3aTy
mKapaaynu Bosiockkoro ropixy (KAYBux). Buximhe
BYIIIsL OyJI0 TOIEPEIHLO 00pobIieHo y 25 % po3unHi
azotHoi kucioty (KAYok). Monudikaiiito craHy mo-
BepxHi Oyso peartizoBaHo 1uisixoM mporpiy KAYok 3a
pisHNX Temrrepatyp. OOpoOKy PoBOAMIM B atMocdepi
aproHy MpoTATOM 2 TOOWH Tpu TeMmmepaTypax 600 °C
(KAY600), 800 °C (KAY800) Ta 1000 °C (KAY 1000).

CxJian TToBepXHi oiepskKaHMX 3pa3KiB TOCIIIKEHO Ha
peHTreHodoToeNeKTpOHHOMY criekTpometpi VG Scien-
tific ESCA-3 3 BuxopucranHsam Al Kou,, BUnpomi-
HeHHs (1486.6 eV). EHeprii 3B'13Ky CHiBBiZTHOCHIIH 3i
craHaaptHUM TikoMm Cis eIeKTpOHIB ByIJIeleBOi MO-
BepxHi nipu 284,8 eB.

Js1 aHanizy mpupoau Ta KiTbKOCTi Tpym, IO Mic-
TATh KUCEHb, BUKOPUCTOBYBaIU MeTon broma [2].

Peaxiiito okvcHeHHs cipkoBomHio (1 06. % H2S y
noBiTpi) npoBoauau npu temrnepatypax 20 i 180 °C B
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nporoyHoMy peakTopi (Pyrex glass). B peakrop 3aBaH-
tTaxysamn 1 cM’ (~0,5 r) karamizatopa. LlIBumkicTb
MOTOKY peakiiiitHoi cyMinni ctaHoBuia 50 mi1/XB.

Pe3yjbTaTH Ta iX 0OrOBOpEeHHA

Pesynbrati KaTamiTMYHUX €KCIIEPUMMEHTIB HaBe-
neHo Ha puc. 1. KilbKicTh MOIJIMHYTOIO CipKOBOIHIO
3pocTa€ 3i 30UIbLIEHHSIM TeMIIepaTypH ITOIEpeIHbOL
00po0ku 3pa3kiB sk npu 20 °C, tak i npu 180 °C.

Oco0MBO TOMITHO 30iJIbIIIEHHSI AKTUBHOCTI Ka-
Tajli3aTopiB MpU 000X MOCIIIKYBaHUX TeMIlepaTypax
peakuii moynHaioun 3i 3paska KAY800. HaitakTus-
HilllMM 3a YMOB ekcrepuMeHTy BusiBUBcsi KAY1000,
skuii moHyB 15,7% (20 °C) ta 201 % (180 °C)
H,S Bin macu 3paska, mwo y 5 i 2,5 pasy Oiiblue nopis-
HsHO i3 KAYBux.

Hnig nosicHeHHs1 1uX akTiB OyJ0 BUKOPUCTAHO
JaHi, oJepxaHi NpM BUBYEHHi CTaHy IMOBEpPXHi KaTa-
JlizaTopiB. Y 3B'I3KY 3 TMM L0 CipKOBOIECHb € TOCUTh
KHCIUM Ta30M, KiIbKICHMM i SIKICHMI CKJIall MOBEepX-
HEBUX KMCHEBMICHUX TPYN JAOCUTh CYTTEBO BILIMBAE
Ha Mpoliec iioro okucHeHHs [3,4].

PesynbraTu, omepxkaHi METOOOM TUTpPYBaHHS 3a
bromom, HaBemeHo y Tab6a. 1. Ak MoxHa mo6auyuTH,
HalOiIbIa KiIbKICTb TPYI, L0 MICTSITh KUCEHb, BU-
3HavyeHa Ha 3pa3Ky KAYok, 110 Kopenroe 3 HalHMXK-
yuM 3HauyeHHsIM pH itoro momepxHi. IlopiBHsSHO 3i
3paskoM KAYBUX mMic/i1 OKMCHEHHSI 3pa3ka 3HAuHO
30UIBLIMIIACH KIJIBKICTh SIK KUCJIWX, TaK i OCHOBHMX
TpyIL.

Ilicng TemmneparypHoi 00poOKu B atMocdepi ap-
TOHY KiJIbKiCTh ITOBEPXHEBUX TpPYI 3MEHIIYEThCS.
Oco0aMBO pi3KO 3MEHIIYEThCS KiJIbKICTh HaNOLIbII
Kucaux (KapOOKCUIBHUX Ta JIAKTOHHUX) rpyn. Crio-
CTEpira€ThCsl TaKOX 3MiHA CIiBBiIHOIIEHHS KUCIUX i
OCHOBHHUX TPyl Ha MOBEpPXHi KaTali3aTopiB, IO IIO-
SICHIOETBCSI BUIIOI0 TEPMiUHOIO CTIMKiCTIO OCTaHHiX.
BinoMo, 1o HaiGinbll Kucai rpynu (KapOOKCHIbHI
¥ JTaKTOHHi) BUIAJISIOTHCS 3 MOBEPXHi BYIi/UII Yy BU-
rsai COr B TemneparypHoMy iHTepBaii 180-650 °C,
Tomi SIK MeHI Kucii (¢peHosbHiI i KapOOHiIbHi) Ta
OCHOBHI AecopOytotbest y Bunisiai CO abo CO + CO,
B TeMrepaTypHoMy iHTepBasi 550-1050 °C [5]. Lei
MpolLleC CYMPOBOIXKYEThC 30iabiIeHHIM pH mo-
BEpXHi.

3icTaBlieHHSI ONEpXXKaHMX Pe3yabTaTiB 3 JaHUMU
M0 KaTaJiTUYHilA aKTUBHOCTI ITOKa3ye, 110 pi3Ke 3MEeH-
IIEHHST KiTbKOCTI KUCIMX MOBEPXHEBUX IPYIl 3 POC-
TOM TEMIIepaTypu IPOXapioBaHHS 3pa3KiB CYNPOBO-
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Puc 1. IormHanHs cipkoBomHIO Ha Byruuti KAY

JKYETBCST 30LIBIIEHHSIM KiJIBKOCTi MOIIMHYTOTO Cip-
KoBoAHWO. ToxX MoOXHa MPUIYCTUTH, IO 1 TPYyNu
MaloThb HETaTUBHUII BIJIMB Ha DEaKIlilo OKWUCHEHHS
CipKOBOJIHIO.

Bucoke 3nauenHs pH moBepxni 3paska KAY 1000
TOSICHUTH Ha OCHOBi TaHWUX TUTPYBaHHS JOCUTh BaX-
KO, OCKiJIbKM OCHOBHi Ipyny IIUM METOAOM H€ ileH-
TUQIKYIOThCS, a 3arajbHa KiJIbKiCTh (QDYHKIIIOHATBHUX
IPYyN Ha MOBEPXHi € HAA3BUYAHO MaJIolo.

HonmatkoBy iH¢opMalilo IIpo CTaH BYIJIELIEBOL
MOBEpXHi OyJlI0 oJepXXaHO 3a IOIOMOIOI0 METOIy
POEC.

IIpu anamnizi Cls cnektpy 3pa3kiB KAY B oGmacTi
MiKiB KMCHEBMiCHUX TPYIl CIIOCTEPiraloThCsl He3HA4Hi
3MiHM IX BiTHOCHHUX IUIOLI 3aJIeXKHO Bil TeMrepaTypu
TepMidyHOi 00poOKkM. OnHak, BpaxOBYIOUM TOCUTh
MaJly IUIOLLY LMX TiKiB 11010 OCHOBHOTIO TiKy rpacdi-
TU30BAHOTO BYIJIELIO, LI 3MiHM BU3HAYUTH AOCUTH
Baxko. ToMy merasnbHilie mociimkyBanu crnektp Ols
€JIEKTPOHIB, SIKWI Ma€ BUIILY PO3IiJIbHY 3MaTHICTb.

Poskian Ha xommoHeHTH crnekTpy Ols enexkTpo-
HiB Ja€ 3MOry BUIUIMTM TPU IIiKM 3 BU3HAUYEHUMU
eHeprisiMu 3B'a3Ky. [lepummii 3 HUX 3 €Heprieio
3B's13kKy (E3) Ols enextponiB 530,8-531,8 eB (mik
O, ,) Bionosinae kucHo C=0 rpyn (C=0 ta COOR).
Hpyruit nik 3 E3 Ols enexktpoHiB 532,9-533,4 eB
(mik O,,) Hamexwutb g0 kucHi C-0 rpyn (C-OH Ta
COOR). OcranHiit mik 3 Ha#OiTbIIMM 3HaYeHHSIM E3
Ols enextponi 535,2-536,2 eB (mix O,,) xapakTte-
pM3y€ HasIBHICTb XeMOCOPOOBAHOI0 KMCHIO abo Bomu
[6]. OcranHiit mik (O,,) B AesIKUX MpalsIX TAKOX Bil-
HOCSITh 10 KUCHIO, SIKMil € YaCTMHOIO apoMaTW4YHOI
cucteMu Byrjeno [7].

BinHocHa moma mikiB mMxXx (opM KHUCHIO Ha
noBepxHi Byriuist KAY, 1o xapakTepu3ye ix Kilb-
KiCTh, 3aJleXXUTb Bil IOMepeaHbOi OOpOOKM 3pasKiB

Tabauysa 1. 1ani TMTpYBaHHS 32 MeTo/IoM Bhoma

IloBepxHeBi TpyIM, MEKB/T
3pazok pH

KMCTT OCHOBHi KapOOKCUITbHI JIAKTOHH cheHOTBHI
KAYBux 5,737 14 0,325 0,066 0,384 0,95
KAYok 3,805 2,3 1,2 0,51 1,34 0,45
KAU600 6,670 0,9 1,0 0,214 0,336 0,35
KAUS00 7,836 0,3 0,6 0,008 0,192 0,1
KAU1000 8,920 He BU3H. HE BU3H. HE BU3H. HE BU3H. HE BU3H.
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Tabauys 2. BinnocHi miaomi nmikis Ols eaekTponis
na Byrisuti KAY 3a nanumun POEC

ITow Ols mikiB, %
3pazok o
0,1 0,, 03,
KAYBux 26,7 58,2 15,1 0,1
KAYok 44,0 49,3 6,7 0,19
KAY600 38,6 50,6 10,8 0,07
KAY 1000 25,2 54,5 20,3 0,02

Tabauys 3. BignocHa maoma mikiB Ols exekTpoHiB
nas 3pa3kiB KAYBux miciiss npoBejeHHsI HA HUX peakuii
OKHCHEHHS CipKOBOJHIO

ITnowa Ols mikiB, %
3pazok
0,, 0,, Oz,
KAYBux 38,9 44,4 16,7
KAVYBux (20 °C) 56,3 37,2 6,5
KAVYBux (180 °C) 39,6 41,6 18,8

(Tabn. 2). 306inbLIeHHs BiTHOCHOI Iutowi MKy O, i
sMeHIIeHHs TikiB O,, i O,, Ha 3pa3sky KAYok nopis-
HsHO i3 KAYBHX BKasye Ha TepeBakHE YTBOPEHHS
C=0 Tumny KUCHIO B MPOLIeCi OKUCHEHHSI BYTiLIs a30T-
HOIO KHCJIOTOIO.

3i 30inbIIEHHSIM TeMIlepaTypu OOpoOKM 3pa3KiB
BigHOCHI mrowi mikiB O,, i O,, 3pocTaloTh, TOHi SIK
miky O,, 3MeHIIyeTbesl. HallGinbn moMiTHiNI 3MiHN
B iHTeHCHMBHOCTI TiKy O,, MOXHa MOSICHUTH TUM, LI0
Mpy BUCOKUX TEMITEPATYpax MOXKe BiIOYBaTHCS BKITIO-
YeHHsI KMCHIO IO apOMaTUYHOI CCTeMU ByIIewo [7, 8].
[Mpu LIbOMY MOXJIMBE YTBOPEHHSI MipaHOBUX, a TAKOX
0araTosiIEPHUX OKCOHIEBUX CTPYKTYP. 3 YTBOPEHHSIM
MpU BUCOKIiil TeMmeparypi came TaKHhX OCHOBHUX
LIEHTPiB MOXe OyTH TMOB'si3aHe BUCOKEe 3HayeHHsI pH,
o crocTepiraerbes Mt 3pa3ka KAY 1000.

Ananiz cnektpiB POEC 3paskiB KAYBux micis
MPOBEIEHHSI Ha HUX peakliii 3HELIKOIXEHHSI CipKo-
BOIHIO TOKAa3aB, 110, He3aJeXHO Bil TeMmIlepaTypu
peaxilii, cipka Ha MOBEPXHi BYTIJISI IPUCYTHS JIMILE B
onHoMy eHepretmyHoMy ctaHi - S’ (E3 S 2p enexr-
poHiB gopiBHIOE 164.3-164.6 ¢B). Lle cBiguuth 1mpo
Te, 10 BXe MpU KiMHATHIM TeMIiepaTypi Ha MOBEPXHi
Byriuist KAY mpoxoauTh KaTaliTUyHa peaxilisi OKMC-
HEHHSI CipKOBOJHIO.

Bcranosieno, mo B crektpax Ols eleKTpoHiB
BiIOYBaIOThCS 3MiHM BiTHOCHUX TLION TiKiB 3aJIEXKHO
BiI TeMmepaTypud IIpOBEIEHHSI peaklii OKMCHEHHS
cipokoBoaHIO (Ta6m. 3).

Lle ma€e MOXJIUBICTb 3pOOMTU BUCHOBOK, IO MpHU
KiMHaTHI TeMIiepaTypi B peaxilili OKMCHEHHSI CipKo-
BOAHIO OEpyTh Yy4acTb MOBEpPXHEBI aKTHUBHiI KUCHE-
BMiCHi 1IeHTpU. [lepeTBOpeHHSs CipKOBOAHIO NP KiM-
HaTHiiA TeMmIiepaTypi Bede OO0 3MEHIIEHHS BiZHOCHOIL
iHTeHcuBHOCTI TikiB O,, i O,, a iHTEHCUBHICTb MKy
O,, BiAMoBiAHO 30inbUIyeTbcs. Taki 3MiHM TOKa3y-
[0Th, L0 MPOLEC OKMUCHEHHsSI BiIOYyBa€ThCsl 3a paxy-
HOK YyYacTi B HbOMY JBOX Iepiuux (OpM KHUCHIO,
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B Toii yac ik C=0 TUIT KHUCHIO B peakilii TpaKTUIHO
He 3amisgHuii. IlIBuaka BTpaTa aKTMBHOCTI KaTtajiza-
TOpIiB MpH 1LIili Temmepatypi Moxe OyTH TOB'si3aHa 3
TUM, IO TIPU HU3BKiiA TeMmIiepaTypi He BiIOyBa€ThCs
BiTHOBJICHHSI KMCHIO Ha TOBEPXHi I aKTUMBHI LEHTPU
MOCTYMOBO J€aKTUBYIOThCS.

[Ticns mposeneHHst peaxiiii npu 180 °C cniBBin-
HOILIEHHS MiKiB KMCHIO Ha MOBEPXHi BiAMpaLbOBaHOTO
KartajizaTopa MPakKTUYHO aHAJIOTiYHE 3HAYEHHSIM TS
BUXigHOro 3paska. lle cBiguuTh mpo Te, 10 MpU Lk
TeMmIiepaTtypi BigOyBa€TbCSl pereHepallis aKTUBHUX
IIEHTPIiB 3a PaXyHOK KUCHIO Tra3oBoi ¢dazu. [lesakTtu-
Ballisl KaTajizaTopa, IO CIOCTEPIra€ThbCs IMiC/as OKUC-
HEHHSI JesIKO1 KiJIbKOCTi CipKOBOAHIO, MOXe OyTH TO-
B'si3aHa 3 OGJIOKYBaHHSIM aKTWMBHOI MOBEPXHi eJleMeH-
TapHOIO CipKOIO, SIKa YTBOPIOETHCSI B pE3y/bTaTi peak-
wii. ITpu boMy akTOpoMm, IO JiMITYyE aKTHBHICTb
KaTajizaropa, € 00'eM Oro MOPOBOTO MPOCTOPY.
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THE STUDY OF ACTIVATED CARBON KAU CATALYTIC ACTIVITY
IN HYDROGEN SULPHIDE OXIDATION. INFLUENCE OF SURFACE
CHEMISTRY

The influence of the qualitative and quantitative amount of surface oxygen-containing group on activated
carbon KAU in hydrogen sulphide oxidation has been investigated. It is shown, that on KAU surface the
hydrogen sulphide oxidation reaction at participation of oxygen of the surface functional basic centres
proceeds already at room temperature. Realization of reaction at the increased temperature conducts to
regeneration of the active centres due to oxygen of gas phase that increases amount of the reacted hydrogen
sulphide.



