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Abstract: Iron nanoparticles ( Fe NPs) synthesized by chemical methods are limited for its high cost and toxicity, and therefore it is urgently needed to
develop a low-cost and environmental friendly method to synthesize Fe NPs. Our previous work showed that Fe NPs can be prepared using green tea
extract, but the synthesized Fe NPs remained aggregated and oxidized. In this study, green synthesis of Fe NPs in the presence of cationic surfactant such
as cetyl trimethyl ammonium bromide (CTAB) was investigated to improve the morphology in terms of the aggregation and oxidation of these Fe NPs,
which was confirmed by SEM, XRD, FT-IR and UV-vis. In addition, batch experiment indicated that more than 91.06% of malachite green (MG) was
removed by Fe NPs synthesized in presence of CTAB, while only 75.66% was removed by Fe NPs in absence of CTAB. The higher degradation efficiency
was due to the coated CTAB on the Fe NPs surface, which improved the dispersion and stability of these nanoparticles, and thus enhanced the reactivity.
Finally, the synthesis mechanism of Fe NPs using green tea extract in the presence of CTAB was proposed.

Keywords: green synthesis; GTE; Fe NPs; CTAB; MG

NI H) 5% BR P38 ok £ ) % %o ol L 3 ) Fn N2
He“ =30 VEH (Papinutti et al., 2006). HATZFRK

FLAELR(MG) & —Fh 2 5 =R P e S fH s+ H MG B 89 5 A G R # 2: (Nogueira et al.
Jukl, )z N T EVGAT AL AR PR SR S A4 2005) OB AL (Hachem et al., 2001) A9k
B (Khattri et al., 1999). WF5ERM HEPRYMG IR (ZEURSF., 2009) WFfH% (Hameed et al., 2008 ) 4%,
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o, TN GUORA R HAT b3 TR RN B g 3 M v A
FER(Shi et al., 2011) Wi#E T 2 A FHEE P4
ROBER PEBEG RN ER(FFH 2 e a,
2012; ¥ et al., 2013;Chen et al. ,2011) , B4,
HAE R R IT RA Z —.

BG4 AR AR 2R 2R, b2 B ik X
TR T A58 5 R BRRAER, 2R
2T — S EE AL A T AN A TR (B AR
B A HILIES R0 RIS T A= 0 I A 1 4 1R AR E R
(Liet al., 2006; Iravani, 2011) , fF76 A & 10K
TS YL AR LER TS P IR R R AE B R
BEA T SASR R 00 29 K K G U AR I 94 K R AE B
A6 2 T I A S B In) L. 5 lr | AS IR A ) P 4%
ZPEWOR (GTE) & MU0 K R WURL (Fe NPs) , &3
GTE H i —2E a4y, WA AL F 22 1 ) e W7 42K B8 1
SR K 4 SR AR 3 6 A A Sl A B R 1Y 43
W] (Li et al., 2006 Travani, 2011). 51%
BB O H, SR il ikt S i A
BT BEARRE TN AR, B S UE M R
LS. BT, SRS R R A5 32 0, Njagi 55 H
1A AE pH 2~ 3 IR ME S5 T & K Fe NPs, KL
F21E 50 nm 2245 ( Njagi et al., 2011) ; Shahwan 5 7
&k A5 B Fe NPs T2 Fenton 48 LBH | FHE+
JeBl(Shahwan et al. , 2011) DA S A IR 4 SR PR B
MR IOR A B Fe NPs A4b P& & 37 1k & 7K ( Wang
et al.,2014) %%,

HHARFE & B GTE & BU% Fe NPs & AR I H.
T A ) A Ak TS 50 P T . SR 1 AR
A5 0 78 7 JUR 2 17 ¥ f 48 K 80 Bl 420 fk 1y L Ag
TH R R0 2 (8] A9 1 i 3kt B2 141 23R (Smuleac et al.
2011) , SR F A G PE R4 (6 5 A Fe NPs (15210,
DL R RIS PRI AE T §1 45 1Y Fe NPs X5 44 ¥y 11
FEFRPERE M AR GE. UL, AT ARG A gl oK
BRI AR oI A R DI PR R oS e S = LR b
(CTAB) YE M 43 HIGH A ER e 7], X4k (5 i Fe NPs
WOZE A HE T 3RAE I TR K rh AL 2% (MG ) ,
FedE GTE 13454 1 LA M2 CTAB 7E I F & i Fe
NPs X} MG [ 308, #8447 CTAB /EH T GTE
£ 1 Fe NPs (1) 0] BEHLHL.

2 #5557 E (Materials and methods)

2.1 KA 5 E
IRFH : FeSO,- TH, 0  fLAE &40 B KT 48 )= 1k

SR oS ke 3k = R LR (CTAB) 14 A [
R AR BRA ) 5 G5 W B A 4 e N T
HTEMT B THERRILERFRERE, LE
SR, A Ak 2500 1 R A W 4l 8 R
— 4l

AR THZ- 320 & PE LR 7 4 (L IRERS 72 5K
B RRAF)) s DZF- 6020 K BL25 T4 46 ( 1
W2 SR v A PR~ \) 5 KQ- 250E HU 5 75 i 15 Ut
i (BT A A A A BR A | ) 5 S99 e S kB
(SEM) (JSM-7500, HAS JEOL A F]) 5 X B AR AT
$H(XRD) (X'Pert Pro MPD, fif 2% Philips 2> 7). 1
B AR HRLT AR SEE (FTIR) ( Thermo Nicolet 5700, 35
THERMO NICOLET A #)) 3 840 a] WL or 6T
(UV-1900, FiRUEDEFRMCARRAF]).

2.2 HEFEFOR(GTE) B %] % X GTE & & Fe NPs

FREL 60 ¢ £- A%, FIZR IR /K G VR, A SR 0T
JEIMAZ] 1 L Z&1K 76 353 K Fhn#i 1 h J5 (78
IR BE R AS ) 2 B A R T, 2 A 28k
Ak, EasIE, HH 0.45 wm BYENR L E , 155 4
RAEWIR (GTE).

GTE A1 0.1 mol+ L™ i) FeSO, AW LA 2 1 Y HL A
1BA,7E 298 K # KR 1 h 4 i GTE & 1 Fe
NPs B
2.3 CTAB 1l T GTE 4 j Fe NPs

¥ 0.1g CTAB(1x107° mol - L™") # I F 44 20
mL GTE f#J 50 mL 2.0, 7€ 298K 250 r-min™' Y
LR TR 30 min, {fi CTAB 1 GTE 7t /0 1R5); 5%
B 10 mL (0.1 mol- L") iy FeSO, ¥ W N A 2 &5 .0
& 7E 298 K250 r-min” (IR IR IR 1 h Hl4& 1
i Fe NPs Ehk.

S0 5 BT Fe NPs B2 525 T4 333 K
TREET T8I, 15 20 OB R, FH T a1 3R AE
2.4 MG [ 5%

Rof it S N7 AE B0 8 T b AT, ROV T R 298 K,
SPAEHC 2 mL GTE & 81 Fe NPs By f1 CTAB
YEHF A B Fe NPs B E 7 L&, 4091
AN E LA TEA 8 mL (50 mg-L™") ) MG &
W, TERE IR T 43 514k % 0.10,20,30,40,50,60 min
BORE , ROWAE 10000 remin™' F &0 5 min, FIER
FHEANAT LAY BE T T 617 nm A R 15 0O
B H MG 1 R BRI L3 GTE & B Fe
NPs fil CTAB fEFI T GTE & /811 Fe NPs [ fRE.
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#:C (1) 15 MG 19 L BR 8 ( Chen et al.,
2011) :

— 0
"¢

t

x 100%

K, N MG ERRR,; C, NN MG B4
WePE (40 mg-L7") ;€20 ¢ min B J2 I MG 1Yk
BE(mg- L"), i SE56 17 3 dlitkAT.

3 R 51318 (Results and discussion)

3.1 H#EHFEE(SEM)

Bl 1a F1E 1b 43518 GTE & W Fe NPs Al
CTAB YEHI'F GTE 4 i Fe NPs fFA SR . M
la AJLAFE H, GTE A ) Fe NPs Ki427E 70 ~80 nm
Aty BRERIY | BUkL 3% A WL AL ZE X 40 K Bk:

1 um JEOL
x 2000 3.0 kV LEI SEM

ARG E T, 99K R B A R B4, ik F 8L
I SRRk A M RV A T 1 FH B9 45 SR ( Kumar
et al., 2013). & 1b " LAE H,CTAB /EH T GTE &
B Fe NPs RARFIIER R B 22 57, ok A2 Kk —
46 Fe NPs JEAHMA R, 3 J2& i F PH B 7 2 1
IEMER CTAB WAEAEA B T8 A UNDE &S 1) Fe
NPs(Khan et al., 2012). — 7 2 &R S5 GTE
22 P S A SRR B A e T 2 i A DRt
T £ Fe* Bk J5L KN Fe NPs; %5 — 75 T CTAB W ff
FE YR RO 2 1 ol 15 98 K JURE AT FRL AT | 24 K AR [1]
L] R TR BOK A R R e bk A SR, $2 05 T Fe
NPs #9883 ( Khan et al., 2012) ; %48 GTE A
HLYIFT CTAB 078 16 J0k: 3 1 7] LR =5 Fe NPs &
SEM (Kumar et al., 2013).

1 um JEOL
x 2000 3.0 kV_LEI SEM

B 1 iX#EH9 SEM B (a. GTE-Fe NPs; b: CTAB fEHI T 481 GTE-Fe NPs)
Fig.1 The SEM spectrum of samples (a; GTE-Fe NPs; b; GTE-Fe NPs with CTAB)

3.2 X 4T &M A A4T4H(XRD)

Kl 2a fl 2b 43 %l J& GTE & M i) Fe NPs #il
CTAB YEFHI'N GTE & iy Fe NPs [ XRD &, M
2a fl b AT LB, 20=19.56° K GTE HA HLAL 3
R W) 3 EAT ST US4 ( Shahwan et al., 2011) ,
VLA 2% (045 i Y Fe NPs R #iA ML, X5
Njagi % A\ Sorghum Bran 2R A B Fe NPs [
FELE B3 (Njagi et al., 2011). & 2a 1,20=20°~
30° Kb A TE EAL BRI AT ST i 45 iU Fe NPs #8
R EAL, T Fe A HOILER ], X F T HE A A L
W ERAE A BRI AR R T e B Y, Jo e RS 2k
TE XRD & _E R BURRIE I | 3 — I Gt 7E HAth 2 2
A g8 oK 2k L B (Hoag et al., 2009; Njagi
et al.,2011;Shahwan et al., 2011). 5K 2a #i Lt ,
2b A Ak BRI B M R, X AT RE R R T
CTAB W17 1E , & WY Fe NPs #% GTE A #L ¥ Fl

Organics ~w_

OI]OI2OI30I4OI50I60I70I80'90
20°)
B2 X H XRD E (a.GTE-Fe NPs; b. CTAB /T & AU
GTE-Fe NPs)
Fig.2 The XRD of samples( a.GTE-Fe NPs; b. GTE-Fe NPs with
CTAB)
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CTAB [F0 7, i Fe NPs R @ TEIE T, A 5 B A
1k, it — 25 W58 Fe NPs 9 )2 b i 1% ( Khan et al. ,
2012; Mittal et al., 2013). X Ui CTAB 7£ & it
i bR B 2 BN N IR O FE T X SE 25 R 5 SEM
P25 RFEA—FL.

3.3 HEr s obiE (FTIR)

Kl 3a.3b 1 3¢ 430l )& GTE & ALY Fe NPs,
CTAB fEHF GTE & 1 Fe NPs Fil GTE BYZL 4
. K 3e H,3389 em™ BT N O—H (4R BRI
I, 1696 cm ™" Ab 58 WIS IE R C =0 i 45 4iz 3 1
1637 em™ 20 1) 55 WL LG SRS B HT 1367 em™ (1)
WU Ky GTE AYERFIE 1040 em™ (IR IE N C—
O0—C HYXF PRI AU 611 em™ AR IS IEly GTE
TEV XY RRAE W I 06 (96 K, 2008). S5 1&] 3¢
L, B 3a & B fE AT REAE R S0 AR fE AN K, 31X
ULl GTE MR HLY) G ARG AR RIRTH , %o ikt S g oK
SUP R R e VS (NS YN e A 7 e
(Kharissova et al., 2013) ; 546 cm™" H{ 3L T 35 AW i
I X J2& Fe, 0,1 Fe, 0,1 Fe—O {H45 R 5h% ( Gotic
et al., 2007) , UiHHA B Fe NPs 309 A L. 7E&]
3b 11,2924 em™ b WIS ZE R A HLIE AT
W Wi WG (A 4K SCAE . 2007) , Ui CTAB £ 7 7E Fe
NPs fZ 1 F. 3% 5 XRD H1 SEM Fl 45 A0 —2L.

T N T N | [
4000 3500 3000 2500 2000 1500 1000 500
1

Wavenumbers/cm™

3 %K FTIR B (a.GTE-Fe NPs;b.CTAB fEHI & Wiy
GTE-Fe NPs; ¢.GTE)

Fig.3 The FTIR spectrum of samples ( a. GTE-Fe NPs;b. GTE-Fe
NPs with CTAB ; ¢.GTE)

3.4 A WL (UV-vis)

&l 4 2 K 200 ~ 800 nm 3 Bl P 43 B %) 40
mg-L™' MG, GTE & iy Fe NPs Fl CTAB /£ T
GTE & W Fe NPs 2[5 MG A48 40 AT W4T
K. N Ha] W, MG 7E 617 nm 4 A5 W& (Ju

et al., 2012). %4 GTE A ) Fe NPs [%f# 60 min
Jii 3K —FEAE W S 0 B I AT T8 CTAB /EHR
ALY Fe NPs [&f# 60 min J&, MG 7E 617 nm B4
TEM e JL-F- T8 2%, 2B CTAB AEFH T 5% MG 1
71t GTE %A WY Fe NPs B3, X s 15 B
CTAB YEH & B Fe NPs B s & F143 0 ( Njagi
et al., 2011; Khan et al., 2012) , 53 Fe NPs B
TR SOV . XSRS R SRR S SR — 2L

GT-Fe NPs with CTAB

Absorbance(a.u)

T T T T T T T 71T 17711

] 1 | 1 | 1 ] 1 | 1 | 1 ] |
200 300 400 500 600 700 800

Wavelength/nm

4 IRNEERZESNAT I E
Fig.4 The UV-vis scanning of samples

3.5 FE&METEE A K Fe NPs BB MG 3T I

1E 298 K $EARYRIE 250 remin™' #JHA pH( 2K
6) , MU N 40 mg- LY MG I+, %45 GTE |
GTE 4, Fe NPs Al CTAB (1x107> mol-L™ )R F
A Fe NPs XF MG 1) 25 B% , g5 L WK S i, M
EIH AT LUE H, GTE HAETE 2 W 59 Bk MG A —
SE X BRAE L 30 min ik B P 7 B 2 bR R R
—a— GT-FeNPs with CTAB

100% - e GT-FeNPs
r —a—GTE

80%
60% -

40% -

Removal efficiency

20%

0 10 20 30 40 50 60
Time/min
B 5 GTE.GTE & Fe NPs il CTAB 7£# K GTE & X HJ Fe
NPs 3f MG K%
Fig.5  Comparison of removal rate of MG using GTE, Fe NPs
synthesized by GTE and synthesized by GTE in presence of
CTAB
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20.03%. GTE & 8.1 Fe NPs X} MG 1 2= 4% %, 30
min B4 52.28% ,60 min FEAS 3k B Ffif | L ERR A
75.66%. CTAB {EH T A AY Fe NPs HA i Y 25
FREL A, 30 min %L ik 2] 77.78%, 60 min J5 {5 ik
91. 06%. HR4 XRD i [ WL &2 21 (f) 45 5%, CTAB 1EH
A Fe NPs ISP /D 5850 Ut B4t
AU EE ) R Fe NPs, ALY (9 W A & MG
EBRIFE FAEH , Fe NPs JEIB 5[ f# MG B £ 2 YY)
JOT 5 [ -t 15 B PH B - 3R T 16 4 77 CTAB A9 A7 7F 12
T &Rt G Fe NPs 143U FBi A4k, Fe NPs
LA R RO T
3.6 454k Fe NPs Hy#L7E

FHAEY) 32 BOR & AN K 4 8 2 02 8 i m
PB4 78 HLRE 2 10 22 13 25 SR 3 591 308 D 4 )
8, GTE 2 By AT 1E Ry i Ji 1) i J5 0 2% 26 1) & Fe
NPs ( Njagi et al., 2011; Shahwan et al., 2011;
Kharissova et al., 2013; Mittal et al., 2013). GTE &
B Fe NPs Fil CTAB YEHIT GTE & 1 Fe NPs Al g
HLERANIE 6 7K. BHES 3R 1H TG £ 7] CTAB fE7ERT,
T CTAB W B 7E 44 2K J0k: 26 T -5 B0l K ki 1
T, AR K ASORL 22 [ 4 ik 7 VR FHASE S5 1A 490 oK BRE
FhN 41T (Khan et al., 2012) , N SEM . XRD . FTIR
FUV-vis ZEA9 FAE 45 v UESE CTAB 1) 40 78 i
1546 B 9K R T IR E .

Fe?*
(a) | Ployphenol Reduction Ployphenol
Ployphenol
®) e
Ployphenol+CTAB
Reduction
CTAB

6 GTE &7 Fe NPs #1 CTAB /£l T GTE & Fe NPs i)
FIREHIEE
Fig.6  Synthesis mechanisms of Fe NPs by GTE and by GTE in
presence of CTAB

4 #5i8( Conclusions)

1) i 5+ SEM, XRD, FTIR % % 1iF F Bt & W]
CTAB YEF T GTE & i) Fe NPs [t GTE B & Wl
) Fe NPs B4 BORIES A , HA B w80 A9 SO g 17 1.

2) Hb# GTE \GTE & 1Y Fe NPs Fil CTAB EH]
N GTE &5 Fe NPs %} MG =B 80UR LB, GTE
Xt MG A —E R EBRVER, 30 min ik B, LBk
4 20.03% ; GTE £ i) Fe NPs X MG 1) 2 BRAL
30 min K 52.28% , J2 W - i B 18 B 75.66% ; 1M

CTAB fEHI'F GTE & i) Fe NPs %} MG )2 BR%%
FHE A, 30 min FLILE] T 77.78% , J R ik B -1 =
ik 91.06%. Fe NPs J&£Fx MG 1) F 24 .

3) 7E Fe NPs RAFZE AN MG 19 2 BREUR 1Y
Femb B X CTAB 520 GTE & il Fe NPs #£HH T 1] fig
AL, BH B T2 S PR A A ZE S = T Fe NPs (1)
SRR E IR HE R T Fe NPs AOIG 1.
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