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BIIJIUB TPUBAJIOCTI KUCJIOTHOT'O MOJU®IKYBAHHS
BEHTOHITY HA AKTUBHICTbH Pd(I)-Cu(Il)-KATAJIITUYHUX
KOMIIO3UIIIN B PEAKIiII OKUCHEHHSI MOHOOKCHUY
KAPBOHY

JlocimipkeHO BIUIMB TPUBAJIOCTI KHCIOTHOTO MOAM(iKyBaHHS OEHTOHITY Ha Horo Qismko-
XIMI4HI 1 CTPYKTYypHI XapaKTEPUCTHKH, @ TaKOX KaTaJITHYHI BIACTHBOCTI 3aKpPilICHHUX
KyHpyM-TiajaieBUX KOMILUICKCIB B peaKilii HU3bKOTEMIICPaTypHOTO OKUCHEHHSI MOHOOKCH/TY
kapOoHy. BcraHoBieHo, 10 MakcuManbHy Katainituudy aktuBHicTh BusiBisie Pd(II)-Cu(Il)-
KOMIIO3MIliss Ha OCHOBi OeHToHiTY Moamdikosanoro 1M HNO, mporsarom 0,5 romus, sika
XapaKTepU3yEThCsl MiHIMAIBHUM 3Ha4deHHsM pH cycriensii.

KurouoBi cioBa: npupoauuit ta kuciaotHo-moaudikoBanuit 6eHronit, POA, IY-crexrpo-
ckorrist, pH-merpist, mamaniii(1l), kynpym(II), okiucHeHHSI MOHOOKCHY KapOoHY

[IpuponHi OSHTOHITH, 11O MICTSATh TOJIOBHUM YHMHOM (ha3u MOHTMOPHJIOHITY Ta
0-KBaplly, 4Yepe3 CBOI YHIKaJIbHI CTPYKTYPHI Ta (hi3MKO-XIMIYHI BIACTUBOCTI BUKOPHC-
TOBYIOTBCS B PI3HUX OOJIACTSX HAyKH 1 TEXHIKU. Y XiMii iX MepeBaKHO 3aCTOCOBYIOTh
y KaTaJiTUYHUX peakiisfix 3a y4acTio OpraHiuHuX croiyk [1] Ta mpomecax aacopOuii
10HIB BakKKuX MeTaiiB [2, 3]. Hezaxatouu Ha Te, 110 MIApyBaTi allFOMOCHIIIKATH 3 Pi3-
HUX POJOBUII CBITY 100pe BUBYEHI, a Pe3yJIbTaTH JOCIIKEHHS y3arajJbHeHi B MOHO-
rpadisx BiITUM3HAHUX BUeHUX [4 — 8] Ta omrsinoBux crartsax [9, 10], HaykoBLi Iposo-
BXKYIOTb JIETAJIbHO BUBUATH (PI3UKO-XIMIUHI Ta CTPYKTYPHI BIACTHUBOCTI OSHTOHITIB Y
3B’SI3KY 3 PO3LIMPEHHSAM 00JacTeld BUKOPUCTAHHS SIK IPUPOIHUX, TaK 1 MOAU]IKOBAHUX
pizHuMHU criocobaMu MiHepaiiB. JlaHi 040 BUKOPUCTAHHS MPUPOAHUX Ta MOAU]IKO-
BaHUX OCHTOHITIB B SIKOCTI HOCIiB METAJIOKOMIUIEKCHUX CIONYK, SIKI BUABJISIOTH KaTali-
TUYHI BJIACTUBOCTI B PEAKI[isIX 3HEIIKOPKEHHS! TOKCUYHHUX ra30MoliOHUX PEYOBHH, a
caMe MOHOOKCHAY KapOOHY, IPaKTUYHO BiAICYTHI. 3a pe3yJbTaTaMy MOMepeIHiX JOCi-
JokeHb [11 — 13] goBeneHo, mo 0a30BUMH KOMIOHEHTAMH KaTAIITHYHUX KOMIO3UIIIN
JuIsl Hu3bKoTeMmriieparypHoro okucHeHHs: CO e cnonyku nanazaito(Il) ra kynpymy(ID).
BapitoBannsa karamituunoi aktuBHOCTI Pd(II)-Cu(Il)-komriekciB 31iHCHIOETBCS, TO-
JIOBHUM YMHOM, 32 paxyHOK 3MiHU Ipupoau npekypcopiB manaairo(Il) i kynpymy(1D),
a TakoX mpupoau Hocis [11 — 16]. 3anexHo BiJ MOXOMKEHHs, IPUPOAHI OEHTOHITH
BIZIPI3HAIOTHCA (DA30BUM CKIIAJIOM, CHIBBITHOLIEHHSIM (pa3 1 HasgBHICTIO JOMIIIOK, IO
BILUTUBaTUME B LIJIOMY Ha X (hi3MKO-XIMI4YHI BIAaCTUBOCTI, AKi, B CBOIO Uepry, BU3Ha-
YaTUMYTh KaTaJiTUYHY AKTUBHICTh 3aKpIIJICHUX KyNpyM-TIajaji€eBUX KOMIUIEKCIB B
peakuii okucHeHHs: CO kucHeM [12]. 3a pe3ynbTaramMu MOMEPEIHIX TOCTIIKEeHb, KaTa-
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Ji3aTOpH, SAKi BUTOTOBJICH] 3 BUKOPUCTAHHAM IPUPOJHHUX MaTepialliB, He aKTUBHI B pe-
akiii okucHeHHst CO [17 — 19]. ¥V 3B 3Ky 3 IMM BUHUKAE HEOOX1IHICTh MOMEPETHBOTO
MouGiKyBaHHS HOCIS 3 METOIO TiBUIIEHHS KaramiTuaHoi aktuBHOCTI Pd(I1)-Cu(Il)-
KOMITO3UIIiH. [{ist 3MiHK (Pi3MKO-XIMIYHUX BIACTHBOCTEH MPUPOIHUX HOCIIB 3aCTOCO-
BYIOTh PI3HOMaHITHI Metoau MoaudikyBanas [3 — 7, 10, 20], cepen sSkux HaWOIbII
JIIEBUM € KHCIIOTHO-TepMalibHUi crioci6 [13, 19]. dns moaudikyBaHHs OSHTOHITY BH-
KOPUCTOBYIOTHCS TOJIOBHUM 4MHOM Taki kucioru, sk HCI, H,SO, H,PO, [21 — 25], ane
AHIOHM ITUX KHUCJIOT XapaKTePU3YIOThCS BUCOKOIO CIIOPIIHEHICTIO 10 OCHTOHITY, BOHU
Ba)XKO J1eCOPOYIOTHCS 3 TIOBEPXHI HOCIS 1 HABITH HE3HAYHA IX KUTBKICTH MOXKE 3HIKY-
Bary akTuBHICTH Pd(1I)-Cu(ll)-xommo3umiii [25]. Kpim Toro, B mitepaTypi onucaHi Taki
KOHIICHTpalii KUCIIOT i 9ac 0OpOOKH OCHTOHITIB, IPH SKUX CIOCTEPIranocs pyiHyBaH-
Hs ¢asu Mot [21, 22].

Merta poOOTH — BCTAaHOBHUTH BIUIMB TPHBAJIOCTI KHUCIOTHOTO MOAM(iIKyBaHHS OCH-
TOHITY Ha Horo (i3uKo-XiMiuHi 1 CTPYKTYypHI XapakTepUCTUKH Ta akTuBHiCTH Pd(II)-
Cu(Il)-xaramizaTropiB y peakilii OKUCHEHHS MOHOOKCHY KapOOHY.

METOAUKA EKCIOIEPUMEHTY

Y po0oTi B SIKOCTi HOCISI BUKOPUCTOBYBaJIM OEHTOHIT JlalyKoBChKOTO pPOJOBHIA —
II-bent (TY ¥V 14.2-00223941-006:2010) HacTynmHOro XiMiuHOTrO cKjany (B Mac. %):
Si0O, -50,60; A1,0,-15,58; Fe,0,-8,72; TiO,- 0,50; MgO - 2,64; CaO —2,07; Na,0 —
0,20; K,0 - 0,05. Kucnorno-monu¢ikosati popMu GEHTOHITY OTPUMYBAJIU HACTYTHUM
yyHOM: 20 T ipupogHoro 6eHToHity ¢pakuii 0,5-1,0 Mmm nomimanu B koi0y 31 3BOpOT-
HUM XonoauibHuKoM, 3anuBand 100 ma 1 M HNO, Ta kun’stunun Brponosx 0,5; 1,0;
3,0; 4,0 ta 6,0 ronuu nipu criBBigHomeHHi T : P =1 : 5. 3pa3ku npoMuBamu IUCTUILO-
BaHOIO BOAOIO 710 pH ~ 5 Ta HeraTuBHOI peakiii Ha HITpaT-i0H, NOTIM cyuuau npu 110
°C no cranoi Macu. YMOBHE MO3HAYE€HHS KHUCIOTHO-MOU(iKOBaHOT (opMHU OSHTOHITY:
1H-benr-1 (1 =0,5; 1,0; 3,0; 4,0; 6,0).

Komnozuuii cknany K,PdCl 4—Cu(NO3)2—KBr/§ (S — I1-Bent, 1H-Bent-t) oTpuMyBau
METOJIOM IMIPErHyBaHHsI HOCIS 38 BOJIOTOEMHICTIO BOJHO-CITUPTOBUM PO3UYMHOM, 1110 Mic-
TUTb PH 33IaHKUX CIIBBITHOIIEHHIX HEOOX1IHI couli MeTasiB. Bonory macy BUTpuMyBaiu
B 3akpurtiit yami [Terpi nmpu 20-25 °C npotrsirom 24 ronux, NOTIM CYLIHIHA B TepMoliadi
npu 110 °C go cranoi macu. BMicT OCHOBHUX KOMIIOHEHTIB B 3pa3Kax Karajizaropa OyB
nocTiaui i cknanas: nananiro(ll) — 2,72-107%; kynpymy(I) —2,90-107%; 6pominy kamiro —
1,02-10* monb/t. CropoueHe MO3HAYECHHs KynpyM-lianaieBoro karamizaropa: Pd(IT)-
Cu(IT)/ S (S—I1-Benr a6o 1H-Benr-t).

PentrenodazoBuii anamiz 311HCHIOBAIM Ha MOPOIIKOBOMY TU(pakToMeTpi Siemens
D500 y migHOMy BHUIIPOMiHIOBaHHI i3 Trpad)iTOBUM MOHOXPOMAaTOPOM Ha BTOPUHHOMY
myuky. g peectpauii gudpakrorpam 3pa3Ku Micias pO3THUPAHHS B CTYILI HOMILIaIN
B CKJISIHY KIOBeTy 3 pobounm 06’emom 2-1-0.1 cm?. JTudpakrorpamMu BUMIprOBaiu B iH-
TepBaiii KyTiB 3° < 20 < 70° i3 kpokom 0,03° 1 yacom HakonnyeHHS 60 CEKyH]l y KOXK-
HOMY MYHKTI.

3pasku gocnimkyBanu merogoM [Y-cnekrpockomii (Perkin Elmer FT-IR Spectro-
meter Frontier (400-4000 cm™!). CriekTpH 3pa3kiB 3HIMAIH 3 BUKOPUCTAHHSIM MPECOBA-
Hux Tabnerok 3 KBr, siki oTpuMyBaiu npu criiBBigHOUIeHH] 1 Mr pedoBruHu Ha 200 mr
KBr i npecyBanu i tuckoM 7 1/cm? mpotsirom 30 c.
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JL1st XapaKkTepUCTUKA IPOTOITUYHHX BIIACTUBOCTEH MOBEPXHI OCHTOHITIB OyIi0 BU-
KOPHUCTaHO piBHOBaxkHe 3Ha4eHHs pH nipu koHTaKkTi 0,2 T cOpOSHTIB 3 20 MJI TUCTHITHO-
BaHOT Bonu. BumiproBanus pH nipoBoawim 3a jonomororo npuinany pH-340 3i ckistHuM
enekrpoaoM Mapku DCJI 43-07 i xmop-cpioHUM enekTponoM Mapku EBJI 1M3 nipu no-
cTiitHOMY mepemimyBanHi cycrensii mpu 20 °C.

MeTonMKy IOCHIJDKCHHS KIHETUKH OKHCHEHHS MOHOOKCHIY KapOOHY JOKJIaIHO
OIMCAHO B MonepeaHix podorax [12, 19].

PE3VYJIBTATH TA iX OBTOBOPEHHSA

@Da3zoeuii cknao. I1po 3MiHN B CTPYKTYpi MOHTMOPUIIOHITY 3a Pi3HUX YMOB KHCIIOT-
HOTO Ta XIMIYHOTO MOAM(DIKYBaHHS CYISTb 3a JaHHUMU PEHTTEHO(A30BOr0 aHANI3y Ta
IY-cnexrpockomii. Ha puc. 1, sik npuknaa, HaBeneHi audpakTorpaMyd IpUPOAHOTO Ta
Mo (]piKOBaHUX 3pa3KiB OeHTOHITIB B 1 M HiTpartHiil kucnoti Bpoaosx 0,5 Ta 6 roauH,
a takox Pd(II)-Cu(Il)-xkommo3uiiii Ha iX OCHOBI. 3a pe3yJibTaTaMi PEHTIeHO(Pa30BOr0
aHaJIi3y BCTAHOBJICHO, III0 MIPUPOIHUM OCHTOHIT € ToMi(hasHUM MiHEepaaoM, 10 CKIATLy
SIKOTO BXOJIMTH IIapyBaTHl aTFOMOCHIIIKAT MOHTMOPHUJIOHIT 31 CTpyKTypoto 2:1 Ta mo-
mitku: o-kBapi (Q), amopduuii SiO, Ta kaneuut (C). [licns kucaorHoro moandiky-
BaHHsI HOCIsl HaBiTh MpoTsroM 0,5 ronuH BiAONTTA (a3u KaJbIUTy 3HUKAE, IO BKA3ye
Ha 3MiHY ()a30BOT0 CKJIaTy KUCIOTHO-MOAN(IKOBAHOTO OCHTOHITY y MOPIBHSIHHI 3 IPH-
pOAHUM.
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Puc. 1. Tudpakrorpamu 3paskis [1-beur(7), 1H-Bent-0,5(2), 1H-Bent-6 (3) (puc. a)
ta Pd(IT)-Cu(Il)-xomnosuuiit (puc. 6): 4 — PA(11)-Cu(II)/T1-Benr; 5 — Pd(I1)-Cu(1l)/
1H-benr-0,5; 6 — Pd(I)-Cu(Il)/1H-Bbent-6

Fig. 1. X-ray diffraction patterns for N-Bent (7), 1H-Bent-0,5(2),1H-Bent-6 (3)(fig. a)
and Pd(1I)-Cu(Il)-compositions (fig. b): 4 — Pd(1)-Cu(1l)/N-Bent; 5 — Pd(II)-Cu(1l)/
1H-Bent-0,5; 6 — Pd(II)-Cu(1I)/1H-Bent-6 (4)

3a niTepaTypHUMH JaHUMH HalOLIbII Yy TIMBUM 10 CTPYKTYPHHX 3MiH € Oa3anbHUA
pedneke d,, sKui BiAnOBinae Oa3anbHil BiACTaHi B MOHTMOPHIIOHITI, IHTEHCHBHICTb
1 TIOJIOKEHHS SIKOTO 3aJ1eKaTh BiJl KOHLEHTPaLii KUCIOTH, Yacy KOHTAKTY, TEMIIepaTypu
00po0OKH, a TakoX Bif Aii i0HIB MeTauiB [26 — 28]. Tak, y pa3i 00poOku 3pa3kiB O€HTO-
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nity 3 M H,SO, Brponosx 10 romun npu 65 °C 6asanbHa Biactanb (d,, ) 3pocTae Bij
12,98 A o 15,11 A [26]. ¥V Bunmanky momudixysanus 6enronity 1 M HCI (80 °C, 4
TO/IMHM KOHTaKTy) 3HadeHHs d, 3MiHoeTbes Bin 13,8 no 14,7 A [28]. Y pasi 3akpin-
JICHHS Ha TIOBEPXHi OCHTOHITY 10HIB MeTaliB [27 — 29], HAHOYACTHHOK BiIHOBJICHUX Ta
okcunHUX dopm Metami [11, 15, 17] ciocTepiraerbest IK pO3MIUPEHHS, TaK 1 CTUCKY-
BaHHSI KpUCTAJIYHOT rpaTku. ABTopH [20] croctepiraiu CTUCKYBaHHS KPUCTAJIIYHOT
rpatku B 3pa3ky Cu®’/beHT — 00’e€M ejleMEeHTapHOI KOMipKH MOHTMOPHIIOHITY yOyBaB
Bin 454,085 A’ no 453,952 A%

Hamni jocnipkeHHs TToKa3aiu, 1o MmojiokeHHst 6a3anpHoro peduekcy (001) dasm
MOHT Ticisi KAUCIOTHOI 00pOoOKH 3pa3ka 3CyBa€eThCsi B 001acTh OiBININX 3HaUYeHb 20
(Tabnuis). B toit ke yac monoxkeHHs1 peduiekcy (060) 3aimmiaeTbess HE3MIHHAM, 110
CBIJTYHTH PO 30ePEKECHHS KPUCTATIYHOT CTPYKTYpH (ha3u MOHTMOPHIIOHITY HaBITh TIPH
TPUBAJIOMY Yaci KOHTAKTY (6 TOJMH) KUCIIOTH 31 3pa3KkoM OCHTOHITY.

Jani, nmpencrasieHi y TaOIuIl, MOKa3yOTh, [0 B yCIX BUMAJKaX KUCIOTHOTO MO-
JIu(iKyBaHHS BiIOyBa€ThCS CTUCKYBaHHS KPUCTAJIIYHOI IPATKHU Yy MOPIBHSIHHI 3 MPH-
POJHUM 3pa3KoM, IO CBITYHUTH MPO 3MEHIICHHS MDKIIAPOBOI BiJICTAaHI B pe3yJybTari
BHUJIQJICHHSI MDKIIAPOBUX KATIOHIB METAJIB Ta IHKOPIIOPYBaHHS MEHIIUX 332 PO3MIPOM
10HIB BOJIHIO.

Taomuus
BruiiB TpuBaIocTi KMCJIOTHO-TEPMAJIbHOI0 MOAM(IKYBAHHS HA PEHTIeHOCIEKTPAJIbHI
xapakrtepucTuky 3pa3kiB 1H-benr-t ta Pd(II)-Cu(1I)-xkommo3uuii

Table
Effect of duration of the bentonite acid modification on X-ray spectral parameters
of the samples 1H-Bent-t and Pd(II)-Cu(II)-compositions
3pasok 20, rpag d,, A Ad, A d» A D, um
I1-Bexr 5739 | 15387 5.79 1,501 14
1H-Bent-0,5 6,145 14,371 477 1,501 24
IH-Betrr-1 6,001 14,715 512 1,500 49
IH-Benr-3 6,057 14,579 498 1,501 56
1H-Bent-4 5,990 14,742 5.4 1,500 23
IH-Ber-6 6,166 14,322 47 1,501 23
Pd(IT)-Cu(IT)/TT-Bent 6,156 14,345 475 1,501 30
PA(I)-Cu(11)/1 H-Bent-0,5 7,067 12,498 2.90 1,501 56
Pd(ID)-Cu(Il)/1H-Bent-1 6,974 12,664 3.06 1,500 56
Pd(I1)-Cu(IT)/1H-Bent-3 6,412 13,773 417 1,500 43
Pd(ID)-Cu(I1)/1H-Bent-4 6,183 14,283 468 1,504 52
PA(ID)-Cu(11)/1 H-Bent-6 6,289 14,042 444 1,506 30
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[Ticns manecenns coneit manamiro(Il) i kynpymy(Il) Ha GEHTOHIT CTHCKYBaHHS, HA
Hally JyMKY, MOXe OyTH 0OyMOBIIGHO PO3IOJIIIOM 10HIB METaJliB MEePEBKHO Ha 30-
BHIITHIH TTOBEPXHI HOCISI 1 MPOHUKHEHHSM iX B F€KCAroHalbHi MOPOKHUHKU OCHTOHITY.
Po3mip kpucrtamniTiB 3 BapiroBaHHIM 4acy KOHTakTy Bif 0,5 10 3 ronuH 301IbIIyEThCS,
a npu T > 4 rox 3MeHIyethes 10 23 HM. [licns 3akpimenns cnoiayk Pd(II) ta Cu(Il)
PO3Mip KPUCTAIIITIB 30UIBIIYETHCS 10 BIIHOIICHHIO JIO BIIMOBIJHOTO HOCIsA. BUHATOK
crioctepiraernscs y pasi 3pazka Pd(I1)-Cu(Il)/1H-Bent-3.

1Y9-cnexmpanvhi docnioycenns. Ha puc. 2, sk ipukia, npeacrasieHi [Y-criektpu
MIPUPOAHOTO Ta MOH(ikoBaHUX PopM OeHTOHITIB, a Takox Pd(11)-Cu(Il)-kommo3wuiiii Ha
X OCHOBI, 5IKi BiZIOOpaKaIOTh XapaKTEepHi Ui OCHOBHOT (pa3k MOHTMOPHIIOHITY CMYTH
B 00acTi BAJICHTHHX 1 JehopMaIliifHuX KOJMBAaHb CTPYKTYPHHUX TIPYII, @ TAKOXK CMYTH
JIOMIIIIOK O-KBapiry i KaiubIuTy. CIIeKTpH BKa3yrOTh Ha Te, 10 3pa3ku € nomidasHuMu i
BHACJIIJIOK KUCIIOTHOI OOPOOKU OCHTOHITY BiJIOYBA€THCS 1X TOMOTEHi3allis 3a (a30BHM
cknanom. Tak, y pasi kun’ stinns 6enronity B 1 M HNO, Bnponosx 30 XB. 3HMKaE cMyra
mpu 1421 cm!, sika BigHeceHa OO BaJCHTHHMX KOJIMBaHb B KapOOHAT-1OHI, IO MiATBEp-
JOKY€ETbCsl 7aHuMu PDA. JInst 3pas3kiB OCHTOHITY, OTPUMaHUX 32 YMOBH T > 1 TOII. cMyTa
BaJICHTHUX KOJMBaHb Si-O-Si cTae MeHII TuQy3HO0. 31 3pOCTaHHIM Yacy KOHTakty 1 M
HNO, 3 6enronitom cmyra npu 3426 cm (I1-beHT), sika BiiHeCEHa /10 BAIEHTHUX KOJIM-
Baub OH-rpym Mosekyst BoAM, 3CyBa€ThCsl B HU3BKOYACTOTHY 00MacTh Ha 25 cm!, mo
CBIJIUUTH PO OcIa0IEHHS eHepril BOIHEBUX 3B SI3KIB.

3401 3429

3432
3421

63 1
10961039 468
L L

4000 3500 30002000 1600 1200 800 490 4000 3500 30002000 1600 1200 800 400
v, CM’ v, CM
a) 0)
Puc. 2. [4-cnexrpu 3paskis [1-Benr (7), 1H-bent-0,5 (2), 1H-Bent-6 (3 ) (puc. a)
ta Pd(I)-Cu(Il)-xomnosuuiit (puc. 6): 4 — Pd(1)-Cu(II)/T1-Bent; 5 — Pd(I1)-Cu(1I)/
1H-Bent-0,5; 6 — Pd(II)-Cu(Il)/1H-benr-6

Fig. 2. FT-IR spectra forN-Bent(7), 1H-Bent-0,5 (2), IH-Bent-6 (3 ) (fig. a)
and Pd(II)-Cu(II)-compositions (fig. b): 4 — Pd(II)-Cu(II)/N-Bent; 5 — Pd(II)-Cu(Il)/
1H-Bent-0,5; 6 — Pd(II)-Cu(I1)/1 H-Bent-6

Haii6inbI 9y TIMBHMHE [0 J1iT KHCIIOT € CTpyKTypHi (hparmentu Al-Al-OH, Al-Fe**-OH,
Si-O-Al. B [U-cniekrpax KijbKIiCTh Ta MOJOKEHHSI TaHUX CMYT HE 3MIHIOIOThCS, ajie 3HH-
JKEHHSI X IHTeHCUBHOCTI CBiJUUTh NPO BTpary KarioiB A" ta Fe'. V pasi Pd(II)-Cu(Il)-
KOMIIO3HUIIH criocTepiraeTbecs HeperyssipHa 3MiHa iHTEHCHMBHOCTEH, 110 MOXE CBIIUUTH

111



1 M. Jlocuea

nipo posmoxin PA(IT) i Cu(Il) He TinbKK HA BKa3aHUX CTPYKTYPHUX Ipymax (a3u MOHTMO-
PWJIOHITY, ajle i Ha TIOBEPXHI 0-KBapiry Ta amopgHoro SiO,.

Ilpomonimuuni éracmueocmi. Binomo, 1110 pupoiHi OSHTOHITH PI3HOTO XiMIYHOTO
Ta MIHEPAJIOT1YHOTO CKJIaly 3HAUHO BIAPI3HSIFOTHCS 3 MPOTOITHYHIUMH BIACTHBOCTSIMH,
10 HEOAMIHHO BIUIMBATHME Ha CKJIAJl 3aKPIMUICHUX METAJIOKOMIUICKCHHUX CIOIYK Ta iX
aKTHBHICTh B perokc-peakiisx [30]. Ha puc. 3 HaBeneHi KpuBi 3MiHM Y Yacl BeJIHMYHHN
pH BonHux cycnensii 3paskiB [1-benT ta 1H-benTt-1. 3 npecraBiieHUx TaHUX BUJIHO, IO
Jutst 3paska [1-benT piBHOBaXkHE 3Ha4eHHs pH cycniensii ckimanae 8,97. Sk mpaBuio, Kuc-
JIOTHO-MOJIM(IKOBaH1 3pa3Ku OCHTOHITY XapaKTePHU3YIOThCs MMiJIBUIICHHSAM KHCIOTHOCTI
TIOBEPXHI 32 pPaXyHOK 3pOCTaHHS KiJIbKOCTI OpEHCTENIBCHKUX KUCIOTHUX LEHTPIB [21, 22].
Tomy, Ha BiMiHY Bijl IIPUPOHOTO OEHTOHITY, Muis 3paskiB 1 H-bent-t snavenns pH_ <7,
quis 3paska 1H-Bent-0,5 3Havennst pH y cramioHapHOMy pexumi — MiHiManbHe (4,91),
a JuIsl IHIIAX 3pa3KiB 31 3pOCTaHHSAM TPHUBAIOCTI KUCIOTHOT 00pOOKH OCHTOHITY 3pOocTae
1o 5,62. O4eBHIHO MOXKHA CTBEPIKYBATH, IO I KUCIOTHO-MOAH(DiIKOBaHUX (Popm
1H-BeHT-T y BOJli BCTAHOBIIOIOTHLCS TaKi pIBHOBATH:

TOH + H,0 <> TO + H,0", ()

TO + HOH<TOH + OH, 2)

TOH + HOH «>TO; + OH'. 3)
pH
10

0 40 80 120

Puc. 3. 3anexHnicth BenmuuHu pH BoJHOT cycrnieH3ii 3pa3kiB Bix dacy (1):
1 —II-benrt; 2 — 1H-bent-0,5; 3 — 1H-bent-1; 4 — 1H-bent-3; 5 — 1H-benr-4; 6 — |H-Bent-6

Fig. 3. Time dependences of pH values in aqueous suspensions of 1 — N-Bent;
2 — 1H-Bent-0,5; 3 — 1H-Bent-1; 4 — 1H-Bent-3; 5 — 1H-Bent-4; 6 — 1H-Bent-6

3a paxyHok qucomniaunii crpyktyproi rpynu TOH (1) BusinbustoThes ionu H,O”
(cepenoBuiie kucie), a TO™-rpynu B3a€EMOJIIFOTh 3 MOJIEKYJIaMHU BOJIH (2) MO KUCIIOT-
HOMY MeXaHi3My, 10 Beae A0 miaBuiieHHs pH cycnensii. binbum Toro, pH cycnensii
MOJKe IMiIBUIIYBaTUCA 1 32 paXyHOK peakuii (3).

Tecmysannsa komnosuyiic Pd(ID-Cu(Il)/ S 6 peakuii okucnenns CO Kuchem.
Kinetuka okMCHEHHS MOHOOKCHIY KapOOHY KHCHEM IOBITPS B IMPHUCYTHOCTI KOM-
nosunii K, PdCl 4—Cu(NO3)2-KBr/§ (S — I1-Benr, 1H-BenTt-1) npeacrapieHa Ha puc.
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4. Bunno, mo komiuiekcu Pd(IT) i Cu(Il), 3akpinieHi Ha KHUCIOTHO-MOAU(DiKOBa-
Hiil popmi OeHTOHITY, Ha BiaMiHy BiJ II-beHT, 3a0e3neuyoTh iICTUHHO-KATaliTHYHE
okucHeHHs1 CO KuCHEM (BCTaHOBIIOETHCS CTALlIOHAPHUN PEXKHM).

Mr/m°

K
CCO 4

300

200

100

0 50 100 150

Puc. 4. 3mina Cf y vaci y xoni okucHennss CO KMCHEM B IPUCYTHOCTI KOMITO3HIIIH

K,PdCl,-Cu(NO,),-KBr/S (S =II-benr (1), 1H-benr-0,5 (2); 1H-Bent-1 (3);
1H-benr-3 (4); 1H-bent-4 (5); 1H-bent-6 (6))

(Coy = 27210, C = 2,9:10%; C,, = 1,02:10% moms/r; C = 300 M),

Pd(ll) Cu(ll)

Fig. 4. Time dependences of C/ for CO oxidation by air oxygen over KZPdCl4-Cu(N03)2-KBr/§
compositions (S =N-Bent (1), IH-Bent-0,5 (2); 1H-Bent-1 (3);
1H-Bent-3 (4); 1H-Bent-4 (5); 1H-Bent-6 (6))

(Coyy = 2,72:10%, C = 2,9-107; C ;. = 1,02:10* monp/T; C %) = 300 mg/m’).

Pd(1T) Cu(Ir)

MakcuManbHUM  KaTaiTUIHUNA e(EeKT CIHOCTEPIraeThCsl Yy BUIAAKY KOMITO3HUITIT
1H-Bent-0,5, sika xapakTepu3yeThcs MiHIMATLHUM 3HaYeHHsIM pH cycriensii (4,91). s
[ILOTO BUIAJIKY CTYIiHb repeTBopeHHs: CO cTaHoBUTH 78 %o. Citifl 3a3HAYMTH, 110 31 301Th-
IIEHHSAM 4acCy KOHTakTy OeHToHiTy 3 1M HNO, akTMBHICTH KaTaii3aropiB 3MiHFOETBCS Y
psni: 1H-bent-0,5 > 1H-benr-1 > 1H-bent-3 = 1H-bent-4 = 1H-benr-6 >> [1-beHT.
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BJIMSAHUE ITPOJOJIKUTEJABHOCTHU KUCJIOTHOI'O
MOANPUIINPOBAHUS BEHTOHUTA HA AKTUBHOCTbD
Pd(IT)-Cu(Il)-KATAJIMTUYECKNX KOMITO3UIIUI B PEAKIIUA
OKUCJIEHUA MOHOOKCHUJIA YITIEPOIA

HccnenoBaHo BIMSHHME MPOAOIKHTENBHOCTH KHCIOTHOTO MOAu(uIMpoBaHHs OSHTOHUTA
Ha ero (hU3MKO-XMMUYECKHE M CTPYKTYPHBIC XapaKTEPHCTHKH, a TaKKe KaTaIUTHYECKHUe
CBOICTBA 3aKPEIUICHHBIX Ma/UIaJNH-MEIHBIX KOMIUIEKCOB B PEAKIIUH HU3KOTEMIIEPATyPHOTO
OKHCJICHHSI MOHOOKCH/IA YIJIEpO/ia. YCTAHOBJICHO, YTO MAKCHMAaJIbHYIO KaTaIUTHIECKYIO aK-
tuBHOCTH nposiBisier PA(I1)-Cu(1l)-xommo3uiust Ha OCHOBE OSHTOHUTA MOAH(UIIUPOBAHHOTO
IM HNO; B Teuenue 0,5 4acoB, KOTOpask XapaKTEpU3yeTCs MUHUMAIbHBIM 3HauYeHHeM pH
CYCTICH3HHU.

KuroueBble cjioBa: NPUPOIHBINA U KUCIOTHO-MoauduuupoBanuslii 6enronut, POA, MK-
crnekrpockonust, pH-merpus, naytaauii(1l), mens(1l), okncnenue MoHOOKCH A yIIepoaa
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Odessa I.I. Mechnikov National University

Department of Inorganic Chemistry and Chemical Ecology, Department of Physical
and Colloid Chemistry, 2, Dvoryanskaya St., Odessa, 65082. Ukraine
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EFFECT OF DURATION OF THE BENTONITE ACID
MODIFICATION ON THE ACTIVITY OF Pd(II)-Cu(II)
CATALYTIC COMPOSITIONS IN THE REACTION
OF CARBON MONOXIDE OXIDATION

The effect of duration of the bentonite acid modification on its physicochemical and structural
parameters and also on the catalytic properties of bentonite anchored palladium-copper
complexes in the reaction of low-temperature carbon monoxide oxidation with air oxygen
has been studied. For all acid modified bentonite samples, 1H-Bent-t (t = 0.5, 1.0, 3.0, 4.0,
and 6.0 h), some regularities of changes as compared with natural bentonite, N-Bent, in the
bentonite phase composition and X-ray spectral parameters of montmorillonite that is a
main phase in bentonite have been found. After the interaction of nitric acid with bentonite
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samples, regardless a contact time, T, the montmorillonite crystalline structure does not
change however its aluminosilicate layers constrict for both bentonite acid modified samples
and Pd(II)-Cu(Il)/1H-Bent-t compositions. After acid treatment, the number and positions of IR
bands characterizing structural groups Al-Al-OH, Al-Fe*"-OH, Si-O-Si, and Si-O-Al of Mont
phase do not change however their intensities, except for Si-O-Si, decrease pointing to the
loss of AI**and Fe**cations. Palladium-copper complexes can be anchored not only on Mont
structural groups but also on surfaces of quarts, amorphous SiO,, and calcite if any. It has been
found that the changes in physicochemical and structural parameters of the bentonite samples

result in alterations in the catalytic activity of Pd(II)-Cu(1I)/S compositions (S is N-Bent or
1H-Bent-7) in the reaction of carbon monoxide oxidation with air oxygen. The composition
based on 1H-Bent-0.5 characterizing by the minimum pH value of its aqueous suspension
shows the maximum catalytic activity: CO conversion is 78 %.

Keywords: natural and acid modified bentonite, XRD, IR spectroscopy, pH-metry,
palladium(Il), copper(Il), carbon monoxide oxidation.
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