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CUMVYJITAHA AJICOPIIIIMJA JOHA BAKPA U AHTUBUOTHUKA
OUITPOPJIOKCAIIMHA U3 BOJAE HA CEIITMOJIUTY

SIMULTANEOUS ADSORPTION OF COPER IONS AND
ANTIBIOTICS CIPROFLOXACIN FROM WATER AT SEPIOLITE

CJIABUIIA JIABAPEBUR!, NBOHA JAHKOBUR-YACTBAH?,
BOPBE JAHARKOBUTR?, PAJIA IIETPOBUR?

Pe3ume: [llupoxa ynorpeba aHTHOMOTHKA, MOPACT XEMHUjCKE U MEAULIMHCKE MHIYCTPH]C
JIOBEITH Cy JI0 MojaBe OTMAHMX BOJAA KOje Caapske KOMIUIEKCE jOHA TENIKHX MeTaja U aHTH-
6notrka. PaHHja HCTpakMBama Cy MoKasana Ja TIIMHEHN MHHEPaIH MMajy BENUKH aJcop-
[IMOHM KalallUTeT 33 jOHE TeLIKUX MeTana, [1a ce y HOoCIehe BpeMe HCIIUTYje MOTyHOCT
npeunnihaBama Boa Y KOjUMa Cy UCTOBPEMEHO MPUCYTHH aHTHOWOTHIM W jOHH TEUIKHX
MeTana. Y OBOM pajy HUCIHTHUBAHA je MPUMEHa MHUHEpaia CelmHONNTa 38 CUMYJITAHO YKIIa-
wame anTuonoTrKa nunpodaokcainuna (CIP) u jona 6akpa 13 BoJeHUuX pactBopa. Y TBpheHO
je ma mpu mouetnoj pH Bpemnoctr 6,0+0,1 mpucycTBo joHa 6akpa ox ~20 mg/dm® mo6o-
JbIIaBa aJCOPIIHN]Y HUMPOQIOKCAHA Ha CEMUONUTY, JIOK MPUCYCTBO MUMPOQIOKCAIITHA
[P aAcopnuuju Oakpa Ha CENMOJIUTY, HEMa 3HAYajHOT YTHLAja Ha KallAlUTET YKIabamba
Cu®*. Pesynratn ospeljuBarba ajcoprIMOHMX M30TEPMH YKa3yjy Ha 3HauajaH KalaluTeT
aJicopILuje Kako 3a uunpodiokcanuH, Tako 1 3a Cu?" joHe, 0JHOCHO BENUKY e(PUKACHOCT
CEMNMOJINTA 32 UCTOBPEMEHO YKJIambakbhe aHTUOMOTHKA U joHa Oakpa.

Kibyune peun: CenuoJur, aacopnuuja, uumioduokcanut, Cu*jonu

Abstract: The wide use of antibiotics, the increase in chemical industry and traffic, as well
as the medical industry resulted in formation of wastewater, which contains complexes of
heavy metals and antibiotics. Earlier researches have shown that clay minerals had a
significant large adsorption capacity for heavy metal ions, and recently examinations are
focused on investigation of the possibility of treatment of water with presence of antibiotics
and heavy metal ions. In this paper, the possibility of application of natural mineral sepolite
for simultaneous removal of antibiotics of ciprofloxacin (CIP) and copper ions from aqueous

! Cnaeuna Jlazapesnh, Yansepsuter y beorpany, TexHosomko-MeTanypuiku dpakynrer, Ka-
pHerujesa 4, beorpan

2 UBona Jankosuh-YactBan, YuusepsurteT y beorpamy, TeXHOTOMKO-METATYPIIKH (BaKy-
nret, Kapuerujesa 4, beorpan

3 'Bophe Janahkosuh, Yausepsurer y beorpany, Texnonomko-mMeranypmku daxynrer, Kap-
Herujesa 4, beorpan

4 Pama Tlerposuh, YuusepsuteT y Beorpamy, TeXHOIOMKO-MeTalypIIky (akynTeT, Kap-
Herujesa 4, beorpan
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solutions. It was shown that at the initial pH of 6,0+0,1 presence of the copper ions (~ 20
mg/dm?) increased the adsorption capacity of ciprofloxacin onto sepiolite, while the presence
of ciprofloxacin, had no significant influence on the removal capacity of Cu?* ions. The
results of adsorption isotherms indicated significant adsorption capacity for both,
ciprofloxacin and Cu?" ions, ie. it was shown that natural mineral sepiolite was very effective
adsorbent for the simultaneous removal of ciprofloxacin and Cu®" ions as a significant water
pollutants.

Key words: sepiolite, adsorption, ciprofloxacin, Cu>" ions

1. YBoa

Hunpogumnokcarus, (1-mnuxmonponui-6-¢iyopo-4-okco-7-nunepasut-1-mixu-
HOJIOH-3-KapOOKcHiTHa KucennHa) Tpeha reHepanuja (G1yopoOKHHOIOHA, je MIMPOKO
KOpHUIIThEH aHTHOMOTHK KaKO y XyMaHOj TaKO M y BETEPHHAPCKO] MCIUIIMHH,
3axBasbyjyhul Op30M OaKTEpUIMIHOM JIeNIOBalkY aHTHOMOTHKA Ha OpOjHE MHKpPO-
opranmsme [1]. Kao u y cnyuajy npyrux aHTHOMOTHKA, A€0 OUTIPOGhIOKCAIIMHA OC-
Taje HepasrpaheH y Teny Jbyau WM KUBOTHIA U M3IYydyje ce Kao aKTUBHO jeNu-
BCHE. AHTHOMOTHUIIN CE U JIMPEKTHO MCIYILTA]y Y )KUBOTHY CPEIUHY KAO OTIIAaHU
MaTepHjall XeMHjcKo-hapmarieyTcke HHAYCTPH]je jep ce caMo JSTMMHUYHO YKIamkajy
U3 OTIIAJHUX BOJA y IOCTPOjembHUMa 3a pedninhaBame. JOHU TEIIKUX MeTana MOIyT
Cu, Fe, Zn u Pb 4ecTo ce Hana3e y OTmajHUM BOJaMa 3ajeIHO ca aHTUOMOTHUIINMA.
N3zBopu 3aralema KMBOTHE cpeinHEe OakpoM Cy TOIUbEHE M paduHanmja pyaa
Oakpa, HHIYCTpHja TBOXKha M YeNHKa, CaropeBame yIiba y WHIAYCTPHjH, TalBaHH-
3aIuja, HHCEKTHIUAHN, (YHTUIHMIN, TIOJBOIIPHBPEIHA IPOU3BOARE 1 Ip. [lomTo ko-
HBCHIIMOHAJIHU CHCTEMH 3a TpedriihaBame BOJEC YECTO HUCY TOBOJBHO eUKACHH
3a yKIIamame aHTHONOTHKA U3 OTHAJHHUX BOJA, CBE demhe ce KOPUCTHU aJICOPIIHja
Ha T3B. low-cost amcopOeHTHMA (TOOHjeHHX W3 OPTaHCKOT OTIAIa MM HYCIIPOIy-
Kara Mpou3Bomke) [2] Kao M aicopIiyja Ha MPUPOIHAM MUHEpannma [3].

Y oBoM pajy ucnuTHBaHa je MOTYNHOCT IpUMEHE MTPUPOTHOT MUHEPAJIA CeIH-
oyuTa U3 yexumTa Auipuhu ko Yauka, 3a yKilamame aHTHOMOTHKA UIPOIIo-
KCallMHa, 33jeJJHO ca joHMMa Oakpa M3 BOJCHHMX pacrBopa npu nodetHoj pH Bpe-
nHocTH 6,0+0,1. CenuomuT je BIaKHACTH TJIMHEHW MHUHEpaJl BEJIMKe crenupuaHe
MOBpPIINHE, KOjU IO XEMHJCKOM CacTaBy IIPEICTaBJba XHIPATHCAHW MaTHE3HjyM-
cumkat gopmyne MgsSii2030(OH)4(H20)4'nH20, rae je n = 6-8. IlperxoaHa uc-
TpaXKHBamba Cy T0Ka3aa Jia CEMUOIMT UMa BEMKH KaranureT aacopruuje Cu®’ jo-
Ha, ycien crermuduuHe CTPYKType Koja ce OUIMKYyje BEIMKOM IMopo3Homhy, Be-
JMKOM CTIeTI()MIHOM TIOBPITMHOM W HETATHBHUM HaelleKTPUCAheM MOBpIINHE [4,
5].

2. EkcnepMMeHTAaJIHA npoueaypa

Kao monasHa cupoBHHa y €KCIICPUMEHTATHOM paly KOPHIINEH je CeNHONIUT U3
nexwmra Auapuhu kon Yauka, ppaknuja gectura < 250 pm.

CBa ucrmTuBama aJICOPIILHje U3BeIeHa cy ypaBHOTexkaBameM 20 ml pacTBopa
aacopbara ca 0,02 g agcopOeHTa y TEPMOCTATY ca IIIEjKEPOM TPU TEMIIEPATYPH O]1
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25°C toxom 24 h. Ilouetne pH BpeaHocTu cy mojemicHe Ha BpeaHoct 6,0+0,1,
nonasameM pactBopa HC, onnocno KOH, konnenramuje 0,1 mol/dm®. Hakon ypa-
BHOTEXAaBama, CycleHsuje cy uneHtpupyrupane. Konmenrtpanuja mumpodiaokca-
IIIHA y TI0JIA3HUM U PacTBOPUMa HAKOH ajacopryje onpehena je mpumernom UV-Vis
criekrooromerpujom Ha Ayxuau o1 271 nm (Shimadzu UV1800), 10k je KOHICH-
Tapiyja joHa 06akpa onpeheHa MPUMEHOM aTOMCKE arCOPITIMOHE CIIEKTPOMETpH]e
AAC (Perkin Elmer Pin Aacle 900T).

AJcopriuonu KamauuTert (g.) cenuoiuta 3a uuct CIP, ogpehena je mpu moue-
tHOj pH 6,0+£0,1. ¥V nmpy mcnuTHBama HCTOBPEMCHOT YKIIAMmama LHUIPOQIIH-
KCallMHa M joHa 06akpa NpH MPUMEHOM CEIHOJIMTA Kao aJIcopOeHTa, MPUIPEMIBCHE
Cy IIBE cepHje pacTBopa. Y HPBOj CEpHju MPHUIPEMIBEHH Cy PACTBOPH Ca UCTOj IMO-
YEeTHOj KOHIETpanuju jona 6akpa on ~20 mg/dm’, nok je MemaHa modeTHa KOH-
neTpanyja nuipodIokcanyHa y orcery ox 25 1o 300 mg/dm’ (no6ujena pactsapa-
BEeM HHUOPO(IOKCAMH XUAPOXJIOPUI MOHOXHApaTa). Y APYroj Cepuju pacTBopa
Mem-aHa je I0YEeTHA KOHLeTpauMja joHa Oakpa y oncery on 10 go 200 mg/dm?,
(pactBapamem Cu(NOs); y 1€jOHH30BaHOj BOJH) NPU MCTO] MOYETHO] KOHIIEHTpA-
umju nunpoduokcanuaa ox ~100 mg/dm?®. Ha ocHOBY Mepema KOHIIEHTaLMj€ Ipe U
nocIie ancoprimje oapeleHa je aacopnirona n30TepMa 3a aICoOPIIIH]jy TUIPoQIIOo-
KCallMHA Ha CEMHUOJIUTY Y MPUCYCTBY joHa 0aKpa, OJJHOCHO a/ICOPIIIMOHA H30TepMa
3a aJICOpIIHM]y joHa Oakpa y MPUCYCTBY HUIPOQIOKCallnHA.

3. Pe3yaTaTu u quckycuja

Ha ocHoBy ancopruone u30TepMa 3a aICopIIije TUIpodIoKkcannta u3 je-
JTHOKOMIIOHETHOT' pacTBOpa Ha CenuoyiuTy (ciimka 1) youaBamo Jia je 3Ha4yajHa Ko-
mmuuHa nunpodiokcanuna (~140 mg CIP/g) ancopboBana Ha CEMHONUTY, OAHOCHO
Jla CEITHOJIUT IIPpeACTaBIba ehrukacan afcopOeHT 3a YKIamhakhe aHTHOMOTHKA U3 BOJIE.
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Cruxa 1. Aocopnyuona uzomepma 3a aocopnyuje CIP-a na cenuorumy

Ca ucrutuBama agcopimje ypahena cy mpu nouetnoj pH Bpeqnoctu 6, mpu
k0joj ce CIP moMuHaTHO jaBJba Kao HEyTpaJlaH MOJICKYJI WJIM Kao IIBUTEP jOH, BPCTa
Y K0joj ¢y joHn3oBaHa kapOokcwiHa rpyna (-COO") u NpoTOHOBaHA aMHUHO Tpyna
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(NH>"). Ancopmruja CIP-a Ha cenmosuty mpu pH=6, Moxe ce 00jaCHUTH eIeKTpO-

CTaTWYKUM MHTEpaKIjamMa n3Mel)y HaeleKTpHCcaHUX [ICHTapa Ha MOBPIIMHH CEITU-
onTa 1 HaenekTpucanux renrapa CIP-a (-COO™ i NHyY).

VY nwpy yTBphEBama MaKCHMAJIHOT aJCOPIIHOHOT KaIlallUTeT y CiIydajy CH-
MyIITaHe ajcoprimje oapeheHna je amcopmnimona nzorepma 3a CIP npu KOHCTaHTHO]
xonuenTpaiuju Cu’' jona, kao u ajcopnimona usorepma 3a Cu?' Ipu KOHCTaHTHO]
koHuenrpamuju CIP-a, mpu nouetnoj pH=6 (cnuke 2 u 3).
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Cnuxa 2. a) Adocopnyuona uzsomepma 3a aocopnyujy CIP-a na cenuonumy, npu
KoHcmanmuoj nouemnoj konyenmpayuju Cu’' jona; 6) 3a6ucrocm KonuuuHe
aocopbosanoz bakpa na cenuoaumy oo novemue konyenmpayuje CIP-a.
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Cnuxa 3. a) Adcopnyuona uzomepma 3a adcopnyujy Cu’* jona na cenuonumy, npu
xoncmanmnoj konyenmpayuju CIP-a; 6) 3asucrhocm xoauyune copbosanoz CIP-a
00 nouemmue KOHYyenmpayuje 6axpa
TTopehemwem ancopnumonux kamanutera (cauke 1 u 2a) youaBamo Ja je auco-
prumonu kananurteT 3a CIP Ha cenmonuty y npucycTtBy joHa 6akpa Behu (~ 200
mg/g) y 0IHOCY Ha aJICOPIIIIH]Y U3 jeAHOKOoMITOHETHOT pacTBopa CIP-a (~ 140 mg/g).
Ipucycreo Cu?* y Manoj Konu4uHU 1o00JbIIaBa afCoPILHjy HUIPo(IoKcalHa
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3axBasbyjyhu npemomhyjyhem edexry, mosutusau Cu’* joru cTBapajy MocT namely
OH' rpymna ca moBpuirHe cenuonuTa u kapookcuine rpymne (-COO") CIP-a [6]. Ha
OCHOBY 3aBHCHOCTH TPHKa3aHe Ha CIUIHU 26 youaBaMo Ja KOJIHYHHA acOpOOBaHOT
6akpa HE3HATHO OMaja ca MOPACTOM MOYeTHE KOHIEHTpALHje, OJHOCHO KOIHYHHE
ancopoosanor CIP-a.

VY cnyuajy cumynrane ajicopriuje 6akpa u CIP-a mpu KOHCTAHTHO] TOYETHO]
KOJIMYMHN HUTIpoGIIOKCaIMHA youaBaMo Ja KoiauuuHa agcopbosanor CIP-a y mo-
YeTKy pacTe, a 3aTUM 3HA4ajHO OIaja ca IopacToM MoYeTHe KOHI[EHTpAllje OfHO-
CHO KONMYHHE azicopOoBaHor Oakpa (cmuka 30), mTo je y CKIIaay ca 3aKJbYIKOM Jia
Mana koiuuuHa 6akpa oa oko 20 mg/dm® moGossmasa agcoprumjy CIP-a. Tlpu-
CyCTBO BHCOKe KoHIeHTparmje Cu®’ jona y pacTBOpy JOBOIIHM JI0 CYIIPOTHOT eheKTa,
no cmamene agcopruje CIP-a, 3ato mro ce Cu®’ jonm TakMude ca mumpodiio-
KCAIMHOM 3a MCTa MECTa a[coprmje, oaHocHo Brmak Cu’’ yHanpes 3ay3uma Mecta
3a aacopnuujy CIP-a.

Honarax CIP-a Huje yTHIao Ha ajcopnuujy 0akpa Ha CEMHOJMTY, KalaluTeT
agcopmuje Cu®" joma y mpucycrsy 100 mg/dm® CIP-a cimuaH je Kamamurery
aJICOpIIIMje Y YUCTOM pacTBopy joHa 6akpa[S]. [Ipu MakcuManHOM aJCOPIIIUOHOM
Kamanurety 3a Oakap (~ 45 mg/g) aacopboBana je 3HauajHa KomuauHa CIP-a (~70
mg/g sepiolita), mTo moTBphyje edrukacHOCT CUMyNTaHE aJCOpPHIH]E.

V umsby Gosber onmcuBama mponeca agcopnnuje CIP-a i Cu?' jona Ha cemm-
OJINTY, UCIIUTAHO j€ carame eKCIepUMEHTAIHUX pe3yiITaTa ca J[Ba MOJelNa ajicop-
nuoHuX n3orepmu, Langmuir-oBum i Freundlich-oBum (Tabena 1).

Tabena 1. apamempu adcopnyuje u xoeduyujenmu xopenayuje (R°) sa cumynmany
aocopnyujy yunpogroxcayuna u Cu’” jona 3a Langmuir-os u Freundlich-oé
Mmoden aocopnyuone uzomepme Ha 25 °C (qm — MAKCUMATHU AOCOPNYUOHU KaNna-
yumem, K - Langmuir-oea pasnomescna koncmanma, Kyi 1/n — koncmanme
Freundlich-oeoz moodena, koje ce 00HOCe Ha a0cOpnyUoOHU Kanayumem U uH-
mensumem adcopnyuje)

ajicopIyja aJICOPIILIHja
M I1 CIP
oner apamerap CIP-a, Cu®" cons. | Cu*",CIP cons.

Langmuir-os K (dm*/mmol) 0,054 0,044 0,269
g, = InKrce gm (mmol/g) 140,9 2273 454
I+ Kpe. R’ 0,959 0,955 0,982

1-n 3n
Freundlich-op K; (mmol'™ dm’® /g) | 24,6 23,15 20,17
" 1/n 0,330 0,456 0,159

g.= K; ¢,

R? 0,841 0,976 0,959

Ha ocHoBy BpenHOcTH Koe(uIMjeHaTa KOpenanuje, Ka0 W BPEAHOCTH (m —
MaKCUMAaJIHUX aJICOPIIIMOHUX KalaluTeTa OJUCKUX BPEJIHOCTUMA KOje CE yOuaBajy
Ha ciukama 1, 2 u 3, Moe ce 3aKJbyUuTH Jia Cy a/ICOPIILKja HUIpodIIoKcalHa, Kao
u ucrospemena agcopnuuja CIP-a u Cu? joHa Ha cennonury y 106poj Kopenauuju
ca Langmuir-oBoM H30TepMOM, IITO IMOTBphyje NPETMOCTaBKYy Ja JOJIa3d [0
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yCIIoCTaBJbama xeMujcke Bese namehy Cu?” jona, OH” rpyma ca IOBpINKMHE CEMHO-
mita ¥ kapbokcuiHe rpymne (-COO") CIP-a.

4. 3akibyuak

Cenmonut mpezcTaBjba edukacaH aacopOeHaT 3a yKIamambe aHTHOMOTHKA
IUKIOGIIOKCAIIMHA M3 BOJICHHX PACTBOPA, U3 jETHOKOMITOHETHOT pactBopa (~140
mg/g) Kao U y MPUCYCTBY joHa Temkor MeTana. [IpucycTBo mMane konnuuHe Oakpa
o ~20 mg/dm?® mo6ossmaBa axcoOPMIHM]y MUIPO(IOKCAIMHAA Ha CETTHOIMTY, yYCIE
npemomhyjyher ebekra, mozurusuu Cu** jonu crBapajy moct usmely OH™ rpyma ca
MOBpIIMHE cenmronuTa u KapOokcunae rpyme (-COQO7) CIP-a. IlpucycTBo Bemnmke
KOJIMYMHE GaKkpa y pacTBOpPY JOBOAW IO CYNPOTHOT e()eKTa, JO CMarmeHE aJIco-
prje CIP-a, Bumak Cu?* ynanpes 3ay3uma mecra 3a ajcopniujy CIP-a. Jlonarak
nunpodiokcaiyua y komwuunu ox 100 mg/dm® uuje moseo 10 3HavajHe MpoMeHe
KamanuTeTa aJICopIIje 0aKpa Ha CEIHOIUTY.

Pesynratu mcnuTHBama MoKa3yjy 3HaudajaH KalalWTeT aJCOPIIHWje W joHA
Oakpa kao u nMOpodIIOKCcalHA Kaja Cy MCTOBPEMCHO IMPUCYTHH Y PacCTBOPY,
OJTHOCHO J1a YIIOTpe0da cermuonTa, Kao jeTHHOT U Y MIPUPOH JOCTYITHOT MUHEpaJia
MMa BEITUKH MOTECHIMjall Y TPETMaHy OTIAIHUX BOJA.
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