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UDC: 574.64 OpurvHajeH HaydeH TpyJ

IIPUMEHA HA OITAJIM3UPAH TY® 3A OTCTPAHYBAIE HA
TEIMKNX METAJ/IX O PACTBOP

Mupjana I'osomeoBa', Appoaura 3enpencka’,
bnaroj I'onomeos!, bopuc Kpcres!, llladan Jakynu!

1

daxynTeT 32 NPUPOIHA ¥ TEXHUIKH HAYKH,
Yuusepsurer ,,['one [Teaues®, lltun
mirjana.golomeova@ugd.edu.mk

AncTpakTt

Bo 0Boj Tpyn ce npukakaHu pe3yATaTUTE Of] UICTIUTYBAHETO HA MOXKHOCTA
3a MpUMEHa Ha onaju3upaH Tyd, KaKo MPUPOHA CYPOBHHA 3a OTCTPAHYBAHE
Ha TelKu MeTanu (6akap, [UHK, MaHTaH U OJIOBO) Off BofeHu pacTBopu. On
HanmpaBeHUTE CKCIIEPUMEHTHU CE ﬂ06l/leHI/l PE3YATATU KOU MOKaXKyBaaT J€Ka Ipu
fafeHuTe paboTHU YCJIOBU OTCTpaHyBameTo Ha Cu u Pb jonu e Ham 91%, Ha
UHKOBU joHU € Haf 8 1%, lofieka jOHUTe Ha MaHTaH ce OTCTPaHeTu OKoJy 77%.
Opn oBa MOXe f1a ce 3aKJIyud [ieKa OTCTPAaHYBaWHEeTO HA UCTIUTYBAHUTE TEIIKU
METaJIu CO MOMOIII Ha ONAJM3UPAHUOT TY( € MPUINYHO e(pUKACHO.

Kayunu 3060poBu: onarusupan mygh, mewkuy memanu, amcopnyuja.
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REMOVAL OF HEAVY METALS FROM AQUEOUSE SOLUTIONS
USING OPALIZED TUFF

Mirjana Golomeova', Afrodita Zendelska!,
Blagoj Golomeov!, Boris Krstev!, Shaban Jakupi'

'Faculty of Natural and Technical Sciences,
Goce Delcev University, Stip, Macedonia
mirjana.golomeova@ugd.edu.mk

Abstract

This paper presents the results of the examination of the possibility
of applying opalized tuff, as a natural material, for the removal of heavy
metals (copper, zinc, manganese and lead) from aqueous solutions. From
the experiments are obtained results which show that under these operating
conditions the removal of Cu and Pb ions is more than 91% of zinc ions is
more than 81% and manganese ions are removed approximately 77%. Finally,
can be concluded that the removal of investigated heavy metals using opalized
tuff is effective.

Keywords: opalized tuff, heavy metals, adsorption.

1. Bosen

Co nponecoT Ha NOBPIIMHCKA WK MOJI3eMHa eKCIuIoaTanuja ce HapylryBa
TIPUPOJTHMOT AT Ha TIOJI3eMHUTE BOJIY CO LITO Jloara [0 APSeHUpambe Ha OBUE BOJH
BO pyauuLuTe. OBUE PYTHUYKU PEHAXKHU BOJIM, 32€/THO CO BOJIATA KOjallTo ce
KOPUCTHU BO TEXHOJIOLIKMOT MPOLIEC Ha MpepaboTKaTa HA MUHEPAJTHATA CYPOBHUHA
1 BOJIaTa Of] jAJIOBMILITATA CriaraaT BO rpynaTta Ha UHYCTPUCKH OTIAHU BOJIU
1 MO3Ke Jla OUJIaT 3arajieHd CO BUCOKM KOHIEHTPAIUMK Ha PACTBOPEHU METAJIH.

Co nen fa ce WCmoJHAT TOBEKe CTPOTHM CTAHAAPAW 32 KBAJIUTETOT Ha
SKUBOTHATA CPEAIMHA, TOTPEOHO € Of1 3arajiecHUTe BOJIM /12 CE OTCTPAHAT TEILIKUTE
METaJii KOM Ce MHOTY TOKCUYHU U He ce OMOpas3rpa/JiuBuU.

OTCTpaHyBamkETO HA TEHIKMTE METAM MOXKE JIa Ce MOCTUTHE CO MOMOMUI
Ha noBeke MeTou. KoHBeHIIMOHATTHUTE METOIM OOMYHO BKITyuyBaaT yrnorpeba
Ha TMpPOIECH, KaKo IITO ce: KoaryJjanyja, MperunuTanmja, jOHCKa pa3MeHa,
€JIEKTPOXEMHUCKN METO/IM, eKCTpaKI|ja, aTcoprnuyrja uTH. Mef'y oBue MeTopu,
aTcopruyjata BO MOMEHTOB C€ CMETa 3a MHOTY TIOrojiHa MeTojia, Oujejku
e efHocTaBeH M edukaceH mpouec. HajuecTo KopucTeHM aTcopOeHTH 3a
aTCOpMIMja Ha TeIIKN MeTaiu ce: akTuBeH jarseH (M. Kobya, 2005), rmuuenn
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MuHepanu (Ammann, 2003), 6uomaTepujanu (Yesim Sag, 2000), UHAYCTPUCKH
uBpcT otnad u 3eonutu (Achanai Buasri, 2008), (Alvarez-Ayuso, 2003), (E.
Erdem, 2004), (Cabrera, 2005), (Afrodita Zendelska, 2014) (Shaban Jakupi,
2014), (M. Golomeova, 2014).

Bo Tpy/oT ce npukaskaHu pe3yJITaTi Off MICTPayKyBambaTa 3a OTCTPaHYBakhe
HAa jOHU Ha: 6aKap, 0JIOBO, MHK U MAHTaH Of] CHHTETUYKU MOJITOTBEHU PAaCTBOPH,
CO MpUMEHA Ha OMAJIU3UPaH Ty (.

2. Marepujajiu 1 METOIM Ha padoTa
2.1. KapakTepucTHKHN Ha ONaJA3UPAHUOT Ty

Kopuctena npupopgHa cypoBuHa € amopdeH Oen omanusupan Tyd of
Crpmorr AJl Pyanuim 3a HemeTanu - [Ipooutitun, npepaboTyBaH Bo (pupMaTa
Hemeranu - YemmHoBo, Peny6nnka Makenonuja.

Onanu3upanuoT Ty¢ mnpunafa BO rpynata Ha NUPOKJIACTUYHU Kapru.
JleceH e 1 oCTa XUTPOCKOIIEH, IOCTA € KPT U IPOOJIUB U €€ OJIUKYBA CO rojiemMa
MOPO3HOCT 1 BUCOKA TepMuyuKa ctabuinHocT (HemeTtanu Yemmnoso, 2015).

XeMHUCKHOT COCTaB Ha OMATIM3UPAHUOT Ty € JlafieH Bo Tabena 1.

Tabeaa 1. XeMucKH cOCTAB HA oMAIM3UPaH Ty
Table 1. Chemical components on tuff

Xemuckuot cocras/ Chemical
composition (%)
SiO, 9451
AlLO 4,04
Fe,O 0,12
CaO 0,25
MgO 0,07
K, O 0,13
TiO, 0,06
Na,O 0,09
NaO 0,25
3aryou npu
)K)Ellpel-bg 148

Onanu3upaHuoT Tyd BO CBOJOT COCTaB I'M MMa CJEOHUTE MUHEPAJIU:
TUJIUIMUT, KPUCTOOAIUT, KBAPIL, (DEIJICIIAT 1 JIMMOHUT.
du3UKNITE 0COOMHN Ce ajieHn Bo Tadesa 2.
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Tabeaa 2. ®U3NYKN CBOjCTBA HA OMATU3UPAH TY(
Table 2. Physical properties on tuff

Pusnuxu cBojcta/ Physical properties

CrneyuduryHa TexKuHa 2200 kg/m®
3adaTHIHCKA TeXKWHA 800 kg/m?
Copnp>knHa Ha Biara 3%

IToposHocT 17.,89%
Cneuucdryna 3aaTHIHA HA 0,098 m¥kg x 10°
nopure

2.2. EkcnepuMeHTAaHA NIpouenypa

Co omanu3upaHuoT Ty ce HanpaBeHW MPETMMHMHAPHHU WCIUTYBamba CO
[en Jla ce Jojie IO OCHOBHU MH(pOpPMAILMM 3a HEroBaTa aTCOPIIMOHA MOK,
KoM OM MOCITy>KuJIe 3a TOHATAMOIIHH JIETATHA NCTIMTYBama. ExcriepuMeHTrTe
ce BPILICHU TpH CIIEJIHUTE YCJIOBU: 5 g onammsupad Tyd, co KpynHocT 0,8 —
2,5 mm, ce gonaBa Bo 400 ml eTHOKOMIOHEHTEH pacTBOP HA METAJHU jOHU
(Cu*, Zn*, Mn?**, Pb*), npu moyeTHa KoHIeHTparwmja ox 25 mg/l u mpu pH
BpenHocT 3.5. PacTBopor ce mema 360 MmunyTH co 6p3una of 400 rpm, a moToa
ce ocraBaar fa crojaT mo 1.440 min. EkcnepuMmeHTHTE ce W3BEMyBaHM Ha
co6Ha Temmepatypa of 20+1°C. 3a ma ce ciey mpoMeHaTa Ha 3a0CTaHaTaTa
KOHIIEHTPaIMja Ha TEIIKW METAJIM BO 3aBUCHOCT Of] BpEMETO, 3eMaHH Ce poou
3a aHanm3a Bo caeganuTe naTepBanm: 20, 60, 90, 120, 240, 360 u 1.440 min

Pacteopure ce mnopgrorByBanu co pacteopame Ha CuSO,-5SH)O,
ZnSO,7H,0, MnSO,-H,0 u Pb(NO,), Bo 1.000 ml pepectunupana Bopa.

XEeMHCKHOT COCTaB Ha PACTBOPUTE TIPEJ 1 TIO TPETMAHOT € OTpefieTyBaH
CO aTOMCKO-E@MHUCHOHEH CIIEKTPOMETap CO WHAYKTHMBHO CIIPEerHaTa mja3ma,
AES- ICP, Agilent.

Paznmkata wmery TmodeTHaTa W 3ao0CTaHaTaTa KOHIEHTpamyja Ha
COOJIBETHUTE jOHM TMOKaXKyBa KOJIKaBa KOJWYMHA HA jOHU Of PACTBOPOT €
OTCTpaHeTa CO MOMOII HA ONAM3UPAHUOT TY(].

CTemneHoT Ha OTCTPaHyBambe Ce MMPECMETYBa Cropes (popmyrarTa:

Ce
RD% = (1 ——) -100
Co

Kajie 1ITo ce:
RD - crenen Ha oTcTpaHyBame [%],
Co- movyeTHa KOHIICHTpAlIMja Ha jOHK BO pacTBOpPOT [mg/dm’] u
Ce- 3a0cTaHaTa KOHIEHTpAL|ja HA jJOHU BO pacTBOpoT [mg/dm?].
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3. Pe3yaraTu u quckycuja

3a ;a ce BUM MOXKHOCTA 332 KOPUCTEHE HAa ONANM3UPAHUOT TY(] Kako
aTCOp6eHT Ha TCHIKW METAJIX O]] CMUHTETUYKH! NIOJATOTBEHU PACTBOP C€ U3BPILUCHU
HM3a Ha ekcrnepuMeHTH. [JoOueHuTe pe3yarartu ce mpuKaskaHu Ha ci. 1. Op
pe3yaTaruTe Moxe Jia ce 3a0esexu ieKa OTCTPAaHYBAHETO Ha TEIIKUTE METAIN
CO MOMOLI Ha OMaJM3UPAHUOT TY( € NMPUANYHO eprkacHo. OTCTpaHyBaHETO
Ha Cu u Pb jonu e Hag 91%, Ha uuHKOBU joHU € Haj 81%, fofeka joHuTe Ha
MaHraH ce OTCTpaHeTu okody 77%. Op poOueHuTe pe3ysTaTu € modueHa u
CeJIeKTMBHATA Cepyja Ha ONMaJM3MPaHUOT Ty 3a UCIMUTYBAHUTE KAaTjOHU U Taa
e: Pb* > Cu?** > Zn*> Mn?*. OBaa CelleKTHBHA CepHja LEJOCHO OfiroBapa co
cepujata jo0KreHa cropes] XUApaTHUOT pajlyC Ha OBUE METAJIN.

0 W-o° ° 90
80 80 g 00 O
o <70
EBO 960
.550 250
310 Fa0
&30 §30
20 <20
10 v
o< 0O
0 200 400 600 800 1000 1200 1400 § o WS E6A | hGh. THOE Y550 656
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;;0 %50
S0 Fao
0 g30
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Cauka 1. ATcopnuuja Ha TeLIKW METaJM BO PAaCTBOP Of CTPaHa Ha Tyd
Figure 1. Adsorption of heavy metals in solution by tuff

OrcTpaHyBambeTo Ha 0aKapoT, LIMHKOT, MAHIAHOT M OJIOBOTO CO MOMOLI
Ha onanu3upad Tyd Bo mpsute 20 g0 60 MUHYTH € HajrosieMo, NOTOYHO ce
jaByBa O6p3a MoueTHa aTcopniuja NpocyefieHa co onaramwe Ha 6p3uHara. OBaa
noyeTHa paza Ha Op3a aTcoprija MoBeKe OroBapa Ha jOHCKa pa3MeHa BO
MHKPOTMOPUTE HA MOBPILMHATA Ha ONATM3UPAHUOT TY (.
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ITokpaj mMepemeTo Ha KOJMYMHATA Ha TEIIKM METaId BO PACTBOPUTE,
Mepena e u pH BpegHocTa Ha pacTBopoT. [Jokonky H* joHute Bo pacTBOpOT
ce pasmenyBaar co Nat, K*, Ca?* u Mg?" jounuTte Ofi HaJBOpEIIHATA WA Of
BHATpEIIHATA MOBPIIMHA HA ONAIM3UPAHUOT Ty BO Kucesa Ao HeyTpainHa pH
BpenHocT (Doula, 2002), Toram pH BpegHocTa Ha pacTBOPOT ce 3rojieMyBa,
6uyniejku H* jounTe ce oTcTpaneTn ofi pacTBopoT. Atcoprnuujata Ha H* jouuTe op
ONAIM3UPAHUOT TY(, UCTO TaKa, pe3yJTHPa CO HAMATYBale Ha aTCOpIIUjaTa
Ha TEIIKUTE METaJl Of] pacTBOPOT, Ouejku 1 H* joHuTe 3aeiHoO co joHuTE Ha
TELIKUTE METAM Ke Ce HATNPEeBapyBaaT 3a JOCTAMHUTE aTCOPILMOHN MeCTa Ha
OMAJIM3UPAHUOT TY (.

Opn mepeweTo Ha pH BpeHOCTA Mpej TPETMAHOT U 3a CEKOj MHTEepBal
Ol TPETMAHOT MOKe J1a ce 3abesiexKu JieKa 3rojieMyBameTo Ha pH BpeyHocTa
€ MHOTY MaJjio, TIOTOYHO, novyeTHaTa pH BpeiHOCT ce 3rosieMyBa MaKCUMAITHO
on1 3.5 o 4.0. Crniopent oBa He MOXKe Jla KaxkeMe JieKa ONnajM3upaHuoT Ty nMa
nygepHa MoK.
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Cauxa 2. Ilpomena Ha pH BpeaHOCT BO pacTBOp cniopef aTCOpMiKja HA
TEIIKHN MeTaJIn
Figure 2. Change in solution pH as adsorption of heavy metals proceeds

184



Faculty of Natural & Technical Sciences
NATURAL RESOURCES AND TECHNOLOGY Goce Delcev University — Stip

4. 3aKkay4oK

Onanu3upaHuoT Ty NpeTcTaByBa MPUPOjIHA MOPO3HA CYPOBHHA.

Opn ucnuTyBamaTa 32 MOXKHOCTAa 332 KOPUCTEHC Ha ONalu3UPaHuOT
Ty Kako aTCOpOEHT Ha TeLIKW MeTalii, Kako LITO ce: 0akap, UIMHK, MaHraH
M OJIOBO, Of CMHTETWYKM TOATOTBEHM PACTBOP, Ce J0jAe /IO 3aKIy4oK jeKa
ONAM3UPAHUOT Ty( € MPUINYHO erKacHa CYpOBHMHA 32 OTCTpPaHyBawe€ Ha
OBUEC TCLIKHN METaJIN.

HanoueTokor ce jaByBa 6p3a moyeTHa aTCOpIIIMja MPOCIe/ieHa Co onararme
Ha Op3uHata. OBaa moueTHa haza Ha Op3a aTcopriMja MoBeKe OfiroBapa Ha
JOHCKa pa3MeHa BO MUKPOMOPUTE Ha MOBPUIMHATA HA OMAJIM3UPAHUOT TY .

Opn mMepeweTo Ha pH BpeHOCTA Mpej; TPETMAHOT M 3a CEKOj MHTEepBal
O TPETMAHOT MOKe J1a ce 3abesiesKu JieKa 3rojieMyBameTo Ha pH BpeyHocTa
€ MHOTY MaJlo, Ma CIIOpej Toa He MOXKe Jla ce KaxKe JIeKa ONaln3upaHnoT Ty
numa nygepHa MoK.
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