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PED®EPAT
JluriomHa poOoTa BUKOHAaHA Ha Kadeapl HEOpraHigHOI XiMil Ta XIMIYHOI €KOJIOT11
OpnecbKkoro HaIioHAJILHOTO yHiBepcuTeTy iMeHi I.I. MeunukoBa 1 mpuCBsSYEHA TOCIIKEH-
HIO 3aXHCHHUX BIJIACTUBOCTEH KyNpyM-TIajal€eBOr0 KaTaji3aTopy Ha OCHOBI MPHUPOIHHUX
TpeneniB YKpaiHu B peakilii HU3bKOTEMIEPaTyPHOrO0 OKMCHEHHS MOHOOKCHIY BYIJICIO
KHCHEM TTOBITPAI.

VY poboTi npoaHanizoBaHi (i3UKO-XIMIYHI Ta CTPYKTYPHO-aACOPOIIiiiHI XapaKTepu-
CTUKH TPbOX MPUPOJHUX TpemneiiB — TpemneiB KoHOMmIsSHChKOro pojoBuIla pi3HOI TIu-
ouan 3ansrands (II-Tp(K-I) ta II-Tp(K-II)) Tta Tpememy MorunboB-Iloainbcbkoro
(IT-Tp(M-IT)) ponosuia. Busdyeno BB criocoOy monudikysanus tpeneny [1-Tp(K-II)
Ha KIHETUKY HHU3bKOTEMIIEPATYpHOIO OKMCHEHHS MOHOOKCHIY BYTJIELIO KUCHEeM. Bu3Ha-
YEHO ONTUMAIBHUN CKJIAJ] KaTali3aTopa OKUCHEHHS MOHOOKCHUY BYTJICITIO, SIKHI MICTHTb
Pd(Il), Cu(Il) Ta 6pomia-ioHH, MPU LIBOMY HaHOUIbIIIA aKTHBHICTH KaTaji3aTropa J0cCs-
raeThCs TIPU CIIBBIAHOIIEHH] IIMX KOMITOHEHTIB 1:3:3. BcTaHoBIEHO, 110 KaTaliTUYHA aK-
TUBHICTh 3akpiruieHnx Cu-Pd-koMIuiekciB BU3HAYAETHCS CYKYITHICTIO HAWOIUIBII Ba-
JUBUX (PI3UKO-XIMIYHUX BJIACTUBOCTEH Tpemeiy: XIMIYHUM 1 ()a30BUM CKJIAJIOM, CITIB-
BIIHOIICHHAM (a3, KPHUCTAIIYHICTIO 3pa3KiB Ta pPO3MIPOM IIOp; ajacopOIiiiHo-
JeCOPOLINHUMH BJIACTUBOCTSIMHU 110 BIIHOIICHHIO JIO MapiB BOJU 1 TEPMOJUHAMIYHOT
aKTUBHICTIO aJIcCOPOOBAHOI BOJIH.

Po6ota BukonyBanacs B pamkax 1/6 Temu Ne 580 «Po3poOka HOBOTO MOKOIHHS
METaJOKOMIUICKCHUX KaTali3aTOPiB HU3bKOTEMIIEPATyPHOTO 3HEIIKOPKEHHS TOKCHY-
HUX Ta3onoaioHux peyoBun», Ne JIP 01150003222, (2017-2019). HaykoBuii KepiBHHK
TeMH 1.X.H., podecop Pakurceka T.JI.

Kniouoei crosa: npupoganii Ta MOIU(pIKOBaHUH Tpenes, HU3bKOTEMIIepaTypHE OKH-
CHEHHSI MOHOOKCH/TY BYTJICIIIO, METAJIOKOMITIEKCHUI KaTalli3aTop.

JlummomMHa poOoTa CKIAmaeThess 3: 56 crop. mammHOmMcHOro Tekcty, 20 pwc.,

18 Tab., 86 BUKOPUCTAHUX JHKEPE JIITEpaTypH, JoaTKa.
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BCTYII

Amnani3 my0Jikaiiii 3a OCTaHHI POKHM IOKa3aB, 10 CEpell KaTai3aTopiB HU3bKO-
TEMIIEPATyPHOI'O0 OKMCHEHHSI MOHOOKCHUY BYTJIEII0 KUCHEM YacTKa METaTOKOMILIEKC-
HUX KaTal3aTopiB, 3aKPIIUIEHUX HA PI3HUX HOCISAX, CTAaHOBUTH MpuoOsm3HO 20 % 1y Beix
BUMaAKax 0a30BUMHU KOMITIOHEeHTaMmH € cnoiyku nanaairo(Il) 1 kynpymy(Il). AKTUBHICTB
TaKUX KaTajli3aTOPiB PETYJIIOETHCS 32 paXyHOK 3MIHM CKJIady npekypcopiB namaairo(Il) i
kynpymy(Il), BBeAeHHS AOJATKOBUX KOMIIOHEHTIB, 10 BIUIMBAlOTH B OCHOBHOMY Ha
CKJIaJl KOOpJIMHAIINHOT chepr HA3BaHUX METANIIB, a TAKOX MPUPOJU HOCIIB 1 CIIOCOOY
OoTpUMaHHs KaTtanizaTopa. Ha BiaMiHYy BiJ poOiIT, Y SKHX 3aCTOCOBYBAJIUCS JOPOTi HOCII,
HaMU [OKa3aHa MEepPCHEKTUBHICTh PO3POOKM 1 BUKOPHUCTAHHS KaTalli3aTOpiB HAa OCHOBI
komruiekciB nanaairo(Il) 1 kynpymy(Il), 3akpimieHnx Ha JaenieBUX MPUPOJIHUX COPOCH-
Tax YKpaiHH pi3HOIO MIHEPAJIOTIYHOTO 1 XIMIYHOTO CKJIafy, a caMe, 11eoJliTaX, OEHTOHI-
Tax, 0a3anbTOBUX Ty(dax 1 JUCIEPCHUX KpeMHe3eMax (Tperein). Yci mepesideHi Hocli,
KpiM Tpemeiny, BUMaratoTh MoMnepeIHb01 aKTHBAIlii KHCIOTHO-TEPMAILHUM CITOCOOOM, ¥
pe3ynbTaTi SKOTO 3MIHIOIOTHCS HE TUTBKH (D13MKO-XIMIUHI Ta CTPYKTYPHO-aaCcOpOITiiiHi
BJIACTUBOCTI, ajie ¥ (a30BHil CKiaj 1 CIIBBIAHOLIEHH JOMiHYyIouMX (a3 Hocis. Tak, 31
301IBIICHHSAM BMICTY aMOpP(HOro KpeMHe3eMy y CKJIajl OEHTOHITIB PI3HOTO MOXOIKEH-
HS TIOB'SI3YIOTh 3pOCTAaHHS aICOPOIIAHOI 3/IaTHOCTI BIIHOCHO 10HIB METAJIIB 1 KaTaliTH-
yHOi akTuBHOCTI komruiekciB mananito(Il) 1 kynpymy(Il) y peakiii OKUCHEHHSI MOHOO-
KCHJIy BYIJICIIO KUCHEM. Biomo, 1mo npupoHi KpeMHe3eMHu (Tperenu, J1aTOMITH), 3a-
JIS)KHO BiJ] TOXOKEHHS, XapaKTePU3YIOThCS CKIaIHUM (ha30BUM CKIIAZOM 1, TIOPSIA 3 0.
KBapIIOM, MICTSITh 1HII (DOPMH OKCUAY KPEMHIIO, KAJIBIUT, KIIMHONTHAIIONIT, MOHTMOPH-
JIOHIT, MOJBOBUH IIMNAT, OKCUAHN (GepyMy Ta IHITUX METANTIB; 3pa3Ku BIIPI3HIIOTHCS KPH-
CTAJIMYHICTIO 1 HasBHICTIO ab0 BiAcyTHICTIO aMopdHOoi dazu SiO,. [Tpuponni kpemHe-
3eMHU TOJIOBHUM YHHOM 3aCTOCOBYIOTHCS SIK aJICOPOCHTH 10HIB METANIB 1 MPAKTHYHO HE
BUBYEHI K HOCIT METaJOKOMILJIEKCHUX KaTajli3aTOpIB PEIOKC-PEaKIlii 3a y4acTio ras3o-
MOAI0OHUX TOKCUYHUX PEYOBHH.

MeTta po6OTH — BCTaHOBUTH 3B'A30K MK (Pa30BUM CKJIaJIOM MPUPOJHOTO TPEMEITy
pizHoro noxokeHHs Ta aktuBHICTIO PA(I)-Cu(Il)/Tp — karanizaTopy OKHMCHEHHSI MO-

HOOKCHAY BYTJICIHIO.



Jy1st MOCATHEHHS TTOCTABJICHOI METH HEOOXI1THO PO3B'sI3aTH HACTYITHI 3aBAaHHS:

- gocmiauTd  (PI3UKO-XIMIYHI Ta CTPYKTYPHO-a[COpOILiifHI  BIACTUBOCTI
npupoauux TpeneniB Konomnsucskoro (II-Tp(K-I), IT-Tp(K-1T)) 1 Morumis-
[Tominecpkoro  (II-Tp(M-II) pomoBumy Ta MOAM(IKOBAHOTO PI3HUMU
criocobamu Tpeneny [I-Tp(K-I1)

- JIOCHIIUTH BIUIMB COCOOY momnepeaHboi 00poOku mpupoaHoro tpeneny I1-
Tp(K-11) na aktuBHicTs KoMIuiekciB Pd(Il) 1 Cu(Il) y peakmii okucaennss CO
KHCHEM,;

- BUBYMTH BIUMB KoHIeHTparii naraniro(ll), kympymy(Il) 1 6pomia-ionis, 3a-
KPIIUIEHUX Ha MOJM(IKOBAaHOMY KUIT'SITIHHAM Y IUCTUIILOBAHINM BOJI Tpemneni
Konomnsucskoro poposuiia, I1-Tp(K-II), Ha kiHeTHYHI Ta cTeXiOMETpUYHI1
napameTpu peakuii okucHeHHsT CO KucHeM.

Po6oTa BuKOHaHa 1] CIIIBKEPIBHUIITBOM acmipanTa ['omyounk X.O.
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BUCHOBKU

Mertonom PDA BcTaHOBIIECHO, 10 3pa3Ku TPEMENIB 3 PI3HUX POJIOBUII Y KpaiHU MicC-
TATH OJHAKOBI1 (ha3u (o-KBapIl, f-KpUCTOOATIT, O-TPUIUMIT Ta KaJIBIUT), ajie BiAPI3-
HstoThesa ix BMicToM. Y Bumanky I[I-Tp(K-I) cmocrepiraerbcs maibke 0onHaKOBUI
BMICT (ha3 o-KBapiry Ta B-KpUcToOaliTy, a y BUMAJAKY 1HIIOT INTMOMHU 3aJISITaHHS TO-
ro x camoro pojaosuia (I1I-Tp(K-II)) nominyrounmu ¢azamu € B-KpucToOasiT Ta o-
TpUIUMIT. Y Bumaaky Tpeneny MorumiB-Iloainbcbkoro poaoBuia JOMIHYIOYOO
$haz3010 € KaJIBIUT.
[Y-cnexTpanbHi TOCTIKEHHS TiATBEepAWIN mojidasHicTs 3paskiB. [Ipupomni Tpe-
MeN XapaKTEePU3y€EThCS MMEBHUMU CIIEKTPATILHUMH XapaKTEPUCTUKAMU, SIKI BIJTHO-
CATHCS J10 BAJICHTHUX Ta Aedopmartiitnux konuBanb OH-rpyn. B [U-cniekTpi 3pa3ka
II-Tp(M-II), B skomy mominye ¢asa Kaabuury, cMyra npu 1430 cm™ Ginbm inTeH-
CHBHA, HDK CMyTa, BIJIHECEHA JI0 aCUMETpUYHUX BaeHTHUX T-O-T-koauBaHb, 110
MIJTBEP/KYE HAICKHICTh TpEneay LbOro pOJOBHUINA A0 KapOOHATHHX. Y CIHEKTpi
[I-Tp(K-II) cmyra konuBaHHs KapOOHAT-10HIB BUSABIIAETHCS JIMIIE y BUTIIAI MJieYa,
10 BKa3ye€ Ha JIy’Ke€ HU3bKUH BMICT IIi€l (a3u, 110 MiATBEPKYEThCS peHTreHoda3o-
BUM aHAaJ130M
BcTranoBneHo, 110 eMHICTh MOHOMIAPY (am), MUTOMa TMOBEPXHS (Spyr) MO BOI 1 Be-
JUYHHA TPAHUYHOT afcopOIii (a«) Hanbinpmm s [1-Tp(K-1I). Bonn maiixke B 3 pa-
3u Buie, HK s [I-Tp(M-II). TepmoauHaMiuHa aKTUBHICTb BOJM 3aJIeXKITh BiJ
MOXOJKEHHsI Tpeneny Ta yoyBae B Takiil mociigoBHocTi: [I-Tp(M-I1) > II-Tp(K-I) >
[1-Tp(K-II).
Herigparanis 3paskiB [I-Tp(K-I) Ta II-Tp(K-11) xapakrepusyerbcs ogHUM eH0ede-
ktoMm nipu 100 °C, sxuii BiamoBijnae BTpaTi ajgcopOboBaHoi Bojau. JlepuBaTorpama
3paszka [I-Tp(M-I1) mae wiTkuit apyruii eHnoepekT B iHTEpBajil TeMIepaTyp Bia
970-990 °C, skmii BIAMOBINAE PO3KIAJAHHIO KaJIbLIUTy. 3arajibHa BTpaTa Macu
Mmaitke ogHakoBa juIs 3paskiB [1-Tp(K-I) i II-Tp(K-II), a y pasi [I-Tp(M-II) Bona B 3
pa3u Oinblia.
BcranonieHo, 1o karagituana aktuBHICTh kommosuiiin KoPdCls-Cu(NO3),-KBr/I1-

Tp B peakuii okucHeHHs CO 3a1€XUTh BiJl MOXOKEHHS TPENeNy Ta 3pOCTa€ B MOC-
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gigoBHocTi TI-Tp(M-II) << II-Tp(K-1) < II-Tp(K-II). HaiiGinp mpuaaTHAM Jist
BUKOPHUCTAHHS B SIKOCTI HOCISI aKTUBHOI (pa3W KaTaji3zaTopa OYHUCTKH TOBITPS Bij
CO € tpenen II-Tp(K-1I). V 3B's3ky 3 1IuM, onTUMI3AIi0 YMOB MOIN(DIKYBaHHS 1
Bmicty Pd(II), Cu(ll) 1 Opomin-ioHIB 3IIHCHIOBIM 13 3aCTOCYBAaHHSM TpeEmneny
[1-Tp(K-11).

BcranoBneHo, mo BHacHimok MoaudikyBaHHs 3pa3kiB BMicT azu a-SiO; mpakTiy-
HO HE 3MIHIOETHCS, MPOTE 301IBIITYETHCS PO3MIP KPUCTAIITIB B MOPIBHSIHHI 3 PUPO-
aaum HocleM (IT-Tp(K-II)). Kinpkicauii BMicT pa3u B-kpuctabomiTy 3Ha4YHO 3HHKY-
eTbest (10 19,6 %) B pesyabTati npoxkapioBanns [1-Tp(K-II) mpu 1000 °C, B Toit uac
gk B 1HIIUX Moaudikamisax y nopiBHsaHHI 3 [I-Tp(K-11) Bmict miei pa3zu 3011b1IYETH-
cs Ha 6-9,5 %.

B [Y-cnektpax mMoaudikoBaHUX 3pa3KiB HAWOUIbII CYTTEBI 3MIHU CIIOCTEPITarOThCS
B 00nacTi BasieHTHUX KonuBanb OH-rpyn B ctpykrypHomy gparmenti T-T-OH, mio
CBITUUTH NPO CYTTEBI CTPYKTYpPHI 3MIHH B MOAU(DIKOBAHHUX 3pa3Kax Tperneny, a ca-
Me PO BTpaTy KaTiOHIB aJTFOMIHIO.

Bcranosneno, mo momudikysanus [1-Tp(K-11)) He BrimBae Ha MexaHi3M Jaeriapa-
tauii HocliB. [lapamerpu am1 Sy, A7 MOIM(DIKOBAHUX 3Pa3KIB 3MEHILIYIOTHCS Y Ta-
kit mociigoBHocTi: I[T-Tp(K-11) > 3H-Tp(K-11)-1 > H,O-Tp(K-I1) > 1000-Tp(K-I1).
KaranxiTnuna akTuBHICTE 3akpituieHnx Cu-Pd-KOMIUIEKCiB BU3HAYAETHCS CYKYITHIC-
TIO HAHO1IBII BaXXIUBUX (DI3UKO-XIMIYHUX BJIACTUBOCTEH Tpereny: XiMIYHUM 1 da-
30BHUM CKJIQJIOM, CIIBBIIHOIIEHHSM (a3, KPUCTAIIYHICTIO 3pa3KiB Ta pO3MIpOM IIOD;
a7ICOpOIIIHO-TeCOPOIIMHIMY BJIACTUBOCTSMH I10 BITHOIICHHIO 10 TapiB BOAU 1

TEPMOJMHAMIYHOI aKTUBHICTIO aJICOPOOBAHOI BO/IH.
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