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W OE DA LAARE SBA-15 BN , R ] = SRS REME (7] 20 B U il # REVEA FLBRAS KL, S BT |
LB | AR T ARRIIR S T A8 e MR W1 i R A A R ) A fL LI B O RE 23 B TERE. 5 0N
LS (MB) F1H 74 3 (SY ) B RE , 45 R A B RUAY pH Xk I B 1 A e A7 2 A i , KR 1 e eIl
PPV S A VA A pHL A DR Rt 25 T vy AT B 7 ok 7 BEOUAR S R Langmuir MR S50 A5 700 401 45 1
SR | H V& B IR B A 45 R 473.9 mg- g7 R 434.8 mg- g7 ZREMES LRGBS YW i 25 B
5 T BAT B R .

KR NALEK, Fe, O, 90K WURL, MR, Yukt.

Preparation of magnetic mesoporous carbon and
its application for dyes removal from water

ZHANG Qiaoli' XU Qiang '™ ZHANG Yuanyuan® ZHANG Shengxiao' ZHANG Zongyuan'

(1. School of Chemistry and Materials Science , Ludong University, Yantai, 264025, China;
2. Yantai Environmental Monitoring Center, Yantai, 264000, China)

Abstract: Magnetic mesoporous carbon. ( MMC) material was synthesized with ferric chloride and
sucrose synchronous pouring into mesoporous silica SBA-15 as hard template. Characterization with
TEM,SEM, BET, and VSM demeonstrated that the mesoporous material has ordered channels and
superparamagnetism.. The resulted MMC material was used as adsorbent to remove methylene blue
(MB) and sunset yellow(SY) from water. The results showed that solution pH had significant effect
on the adsorption. As a cationic dye, the adsorption capacity of MB increased obviously with the
increase of pH ,while the adsorption of SY (anion dye) presented the contrary results. The maximum
adsorption capacity calculated from Langmuir adsorption isotherm for MB and SY was 473.9 mg-g™'
and 434.8 mg-g™' ,respectively. The MMC material exhibited good potential for the removal of dye
pollutants.

Keywords : mesoporous carbon, Fe,O,nanoparticle,adsorption, dye.

AT AL LR A w5 2 T AR R A LR RS e e i IR B 2% B K Hp 89 75 e 9 07 AR B ) 2 10
FHEE o AL bR A i i . A FLBO R 1l B 2 A RERAR TR RS AR 1 . Wang 5514 LA
PR SBA-15 AR , LA A IR, SR — 20 [T / R B 2 il 2 1 41 SR A6 A FP A fLBRATRL. AL

2018 4E 2 A 5 H Utk (Received ; February 5,2018).
* 5 HRBHF 4 (21207059 ) WEBh.
Supported by the National Natural Science Foundation of China (21207059).
* + BIBERE A Tel: 13220935211, E-mail ; lduxugiang@ 126.com
Corresponding author, Tel ; 13220935211, E-mail : Iduxuqiang@ 126.com



10 4] SRITRIAE A FLABR A il 2 S 7R S rh Qe it g 2 e 2549

BRAT RS E BAT KR e B ALES K BRI LU R AURIAL A LB SRR Ay fLAR i LA
PR ST AR PR A R RIPERE L O LA T A AR AR A T2 Y
Iz H.

FERE I A LRI AE LA TR T 43 25 R | An SRk A FL [R) HA TR 1 F8 s M 2 K ORE 52 5 15
FIREHEA LK (MMC) |, FEAMINRESA W AE TR AT LA ETREE SR Ay g ok o B 4 a5 1 s 1L
FRIFETEA P FLIBFFBE ST T T P 3 3 14 7 B P .

ASCLIA fLAE: SBA-15 JgBERIA e 2k 2 7 S RERE [R] 20 SR 5T 2 SBA-15 HYSFLIE | il Behe s | HEpE
PiehsAL , MR RS T H AL A REPED KL T, 8 SBA-15 BIARIA M J5 15 21 MMC #48E, XEAHRHIEST 1 3RAE. 1
PR B B 3~ S FF 5 i AR P B B8 et H P8 3, B 550% MMC I B PE RE.

1 SEEGHR 47 ( Experimental section)

1.1 BERHRME 2E )

SEIIRA J A3 M4l ERERR R (TEOS) (BB EE(P123) T Aldrich fb2#iF A BRASH (£ ) . Jok
=GR T b A B 2GR A BR A FLL B R | H YR R TR T e A IR A R (P,
). BENEI T B R A RA R (P R . RIe i B, il i Rl AU A FRA 7).

1.2 WM SR 45
1.2.1  KIG Bk G i FLAE R

FOCHR[ 13 78 A FLEALRER RE L 2.0 ¢ P123 B T4 ITA 15 mL 7K 5 60 mL 2 mol - L™
HCL, £ 36 C FHiFE 1—2 h, 5 2 R EE MR 2. @ MA 4.5 mL TEOS,36 C 44 F itk
24 h. PR WS 2KV A8 TOTE T HRAR 100 C4AF T S0y 24 he 28 H ARV 2, sl E
FHZE K PR 2 b =0 F T, A8 A AR ARk K & T LS Comin™ (1938 TR 3]
550 CHBkE 5 h, BRI )15 5] SBA-15.

1.2.2 WAL 35 ma e A FL A

FREL 1.00 g SBA-15 TR A 1.25 g ji#HE 5.0 mL ZEHE/KBEFE 20, #EA0A 0.076 mL H,SO,,
0.20 g Jo7K FeCl #f 5 2 2 HB . SRIGTA T4 100 C 5544 T T4 6 h, FEFHREF] 160 °C 1% 6 h. 4
2 0.80 g JHEFE 0.048 mL H,SO, M 5:0 mL ZRIEKIRA AT, 43 HI7E 100 °C 160 C 45 T4 6 h. fiifs
FEMTE RSP RST 600 °C (FHEEEZ 1 Comin" ) BAL 5 h.

A5 AR E T 100 mL.3 mol - L™ Y NaOH ¥ (H,0 :C,H;OH = 1:1, V/V) Hr | Jin A ot [m i
5 h, BHIEFIR, ARG 2—3 I, LTS 2 Bk K BT MMC B 8E

BT FeCl, X MMC BB sE A, oA il 28 25 AR FeCl AR 0.15,0.20,0.25 ¢ il & T
3 FASTA] B MMC 4 8E, 43 5113275 MMC (1) \MMC(2) \MMC(3).

1.3 MR A 2R AE

FH% 5 o T 5 0085 ( TEM, Tecnai G20 FEI Corp, USA ) 145 i M, 1 2 ¥ 8% ( SEM, SU8020, H 7
Hitachi ) WEE il 45 1) A4 B 5. B4 R4 2% 1 AR B L B AR 14 SR ) b 32 1 AR B L B BE 43 B 43 ( BET,
ASAP2020, 35 [ 27 va A ) W . M ORE Y R 25 8 R B X 4 AT 43 43 A A (XRD,  Rigaku D/
max2500VPC , H AH22) il 5 . w MRk AR sh#gam 11 ( VSM, LDJ9600, LDJ Electronics 23 ], 3 ) I 7E.
1.4 WERMSEES

W RFFSEBGTE 100 mL 2R ZBIRH HEAT , B RUA 25 mL. MMC BRI A9HEEE N 0.10 g« L' K
T pH {ELIRFT7E 3.0—10.0 BTG, I E R B X MMC W BRIV L5 | I 9 98 A9 R il 5 5 S0 Y 3 F H 98
B 46 R P2 E TE 10—80 mg« L' 3 FRIHEA T 45 MR W BFE 52 30 s WD A6 Wk B2 Oy 40 mg - L' R BE 8 O 293
303 313K #47 MMC X FEE | H 9% B0 20 2 W BT, IR B 56 S VR T4k 1432 10 min,
2510 mL, SN EEE T (UV-2550, Shimadzu 23 7)) 1058 Gl (0 76 Ak JE .
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2 R 5118 (Results and discussion)

2.1 SEERAARHRRIESE R
2.1.1 MR R

Kl 1(a) 2l SBA-15 P45 HLBE 151, A FLAE AT RS2 BRI (%) SRR a4, SRTEDE I 385 181 1(b)
MMC AR I, AT LUE B 15 200 MMC 2 PR DR Z 3G, KEZA N 1 um, SEEZ
N 400 nm , JEEEZY 200 nm , BEARESHE LR I ELY ), R TAH L SBA-15 A , 3 T AE S i TR 1E
AR T IS AT TE. B 1(e) 52 SBA-15 BHTHLEE, v LIE H SBA-15 EA A FHHES I — 4/ FLAL
T, WA B 0T LUE B FLE ST HESN I FLAR K2 4—S5 nm  FLIE A 45]. B 1(d) iR MMC 1)
HEHTHGEIE, W] LB B FURR R BE 2 (8] 34 5) 4341 6 R A Fe, O, RETEGN K URL , RiA2 2928 2—4 nm , JA] [H]
AR R ER o A L2, AT DAV RE M A FLAR R 3 HAA — 25 S AU HES () AL L 18, H LB 53
M%), 51 SBA-15 RS HAARL, X U WA BHR 47 s O B 1 BEAR 19 4544

1 SBA-15 FyHI4t (a) B S HLBEIET () s MMC(2) RUFIH (b) GBS AL BRI (d)
Fig.1 SEM (a)and TEM images(c)of SBA-15; SEM (b) and TEM images (d) of MMC(2)

2.1.2 WA FLAR B 25 i A S FLBRURE ST BT

2 S MMC (2) F N, W2 SR JE R 25 SR 2 0 BT, 32 B8 TUPAC 4328535, TR A IV 2 i oFH 25 L £ | It o5
B S W S REABETS, & L&A REN LA G, LA LA, EAXT R 0.4—
0.6 JEIEI P, A 2S8R G R = T N, A FAEN L R AR BB R BEIL S, R IREE N FLak B
H RN FLEE R FLAE A LA —. BRI AT ) R (0.8—1.0) , mT LAWRSR 21 203 it 2 i JE By
BRPERE N, R A TP FLAR A LARRE Z 3G K, MRS o A AL FEAEAR D i AL FLIE. MMC(2) ) BET
Fe A 540 m™ g ™" FLIRFUERIEAE 9 0.51 em™ g™ fLAZ K/ R 3.95 nm. MMC (1) \MMC (3) () Hb 2 i
LR FLAREHE S MMC(2) By3EAR—EL
2.1.3 RS FLERE XRD 28T

VEH TR 14 ] 77 381 %5 19 Fe, O, fil MMC #£47 XRD 43 #7, 25 R W& 3 . il LU ) Fe, 0, FI
MMC ( 2) {7 S A7 B AR R (MMC (1) \MMC(3) FIRTH S MMC (2) BT IR — 20, RIEDR) L 7E 20 h
30.22°,35.54° 43.33° 53.60° 57.06° .62.54°4b H 88 T A A AT B 06, A 5% 37 A Fe, 0,9 (220) |
(311) ,(400) ,(422) (511) . (440) Fh1d, BiiH MMC ARSI AT Fe, 0, 44K k.. MMC (2) #4}
1E 26 4 23.3°F1 43.8° 8 5a AR A A5 H AT ST, 70 301 5 0 S5 Bk 45 A4 1 (002 ) & T8I T (100 ) il TRDAH X iz
LW MMC (2) H & 2 SR el i
2.1.4  FeCl, FE XA R Rl S W B 5 T

PR Sl g5 1150 I 5 e LR RO G, 25 SR an &l 4 Fir7R. MMC (1) \MMC(2) \MMC (3) i H R
T FRE AL SR FE 7301 A 15.44 27.08 31.67 emu-g™" | FliZE FeCl, FH G340, 160 A0 R4 560 F5 338 0, i [l £k v 2
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B RIS, IF BBl ) B AR 2 | BB A AT LY (R R IR M e . AT P 58 R H 9 vk i
WA Jg 60 mg- L' W B3I B AR 45 7E 0.10 - L7 AT IR FFS236  MMC (1) \MMC(2) \MMC (3) %filF.
P S 110 TR RS R 2 0 D 386.1,382.7,354.6 mg - g, X H K BRI R R 000 O 328.1,323.2,
301.5 mg-g' i FeCl, HI & A4 I, W i R0 T BRI R . ZEINA FeCl, BB, Az 1 i M 4 oK E
T8  MMC #EE/N  RFITFRESY 25, A FeCl, B Z R 158G A FLIR R 1 b B2 1 RE T AR
B, It 2R P FLESH AR TR 255 % SR RE T 43 25 R PRk, 2E 88 MMC (2) #F

AU 22 W RS 5
450 - 12000 -
400 - 10000
350k 8000 -
CR| [ FeO
3 300} 2 6000 | et
£ g i
Z 250} = 4000 |-
o —a— Adsorption L
E 200L —e— Desorption 2000 MMC(2) .
s » v iy
150 F O
(; ‘ 0.I2 I OI,4 I 0?6 ‘ 0l,8 ‘ ll,0 I 0 10 20 30 40 50 60 70 80 90
PIP, 20/(°)
2 MMC(2) By 2SR BRI B 25 iR 2k B 37 Fe,0, FIMMC(2) i XRD K3
Fig.2 N, adsorption/desorption isotherms of MMC(2) Fig.3 XRD spectra of Fe,0, and MMC(2)

2.2 MRS AE R AT
2.2.1  pH XF K BFF4 5M

FEM Bt R VAR pH AN SR i R 6 500 2 1 PR R A I ML S S S e R B A O ) e R
JEEFRNGE R S TR W B0 T A~ M o A BB I %) A A R 285 7 A B el W 5] 5 W B JB 22 [
BINE R & AR AR i M 1 25 H S 7 pHL3.0—4.4 22 [8]7 MMC ZE AR AR pH Xk el il i B
RERZIAANIE] 5 FT/R 76 pH SR AT DL R, MMC X0 B 3 5 i W BfH /08 78 pH 3—7 22 1], W B Bt
pH {E A IS ; 2 pH>T7 B W B i BEARKE . ZERCAIR pH B, E HY 35 3 76 95 W v DA BH 25 1 1 B 207
R AR o o R RA S ey N E R RO M e SR O A o e e (R T X A
MMC 25 1845 15 FEL Ay AR Tl FF 366 5 R B 5 B pHL A4 3 K , MMC 3R 5 7 Al , LIV R 35 78 7K R A i
il FE R AIG, S FH L T W B e, I v R R PR T B ekt MW pH /N T MMC R LA pH B,
MMC R IE 7 L, 6 H g R B e BA g J7, 24 pH B KRBT, MMC [ Zeta HLAOE N[, HL 5
JIV55 , H RO 3G 5E  H V% S CUINTR , B8 A R R R (A5 IR B et B

60 L
r 280 |-
40 - MMC(3) -
o r — 240
5 20 MMC(2) r
g —~ 200 -
L r MMC(1) T
£ ot & = MB
£ £ 160 |- —e—SY
N =
:50 =20 T 120k
§ 3 L
-40 - 80 -
—60 1 . 1 . 1 . 1 . 1 40 ) ) ) . | \ |
—-20000 —10000 0 10000 20000 2 4 6 8 10
Applied magnetic field/Oe pH
4 MMC s 2 B 5 M pH X RORIK R B 5200

Fig.4 Magnetization hysteresis loops of MMC Fig.5 Effect of pH on the adsorption
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222 ZRIRIERHIESE

55 T PR B0 52 90 v I PP 5 R H Y B0V pH B 2300 9.0 F1 3.0, TR BE Ry 293 K IR A 4 Tk BE
7 10,20,30,40.,50 60,70 .80 mg-L". &l 6(a) 545 R, bk i) ah i B8R &7 |, 1 v B 25
. I ELAERIAR B B, B YRR B A 38 K, W B R T B R R AR AR | I W s )
Tl .

R Langmuir Fl Freundlich PIFSIELG AR AV BE T MMC W% B SE FFYE0E | 1 9% S ) 0% BB A7
A 8RR (2) .

CF‘ 1 Ce
=t (1)
q, 6b 6
lgg, =1gK+—l1gC, (2)
n

A g, PR M (mg-g™') , C,  FHARSE (mg- L") 50 e K 784 (mg- g™ ) s T 052 B 4K
(Lemg™") . P REPENFLAR 9 5 K BN 255 0 nT AR €, /g % € AE et R R Rt R 5. K
1 n J& Freundlich # 4%, n A1 K AME AT LLE T 1gg X 1gC, FIZPERLA 1.

ME 6(b) A LLE H R Langmuir BRI A HA RIFHZPE, 2 1 2 Langmuir Al Freundlich %41
GAE S NS B R B, W BN R X Y B Langmuir 4806 19 ZEME AH QR B 7E 0.97 DL |,
Freundlich $U-5 AR OC R B, 150 BH 4 1 A FL Al X Sk 1y iz FfE 25080 BEAF & Langmuir M B 25 LA 75D
Langmuir W 358 IR A FLAIAVE R W R J5T , B2 BT A5 A L A4 20 it B ey 590 FLk 22 ) 2 3 A B
932U Freundlich 7RG HEE n BIR T 1, U B FLAIOO M2 PR 5 | H % B2 1) % B A A0 25 2 o
FRHE Langmuir W P25 26715000 Y 38 5 FN H 75 88 e KRR 254 00 30 473.9 mg- o7 1 434.8 mg-¢™'. A
ok TR BB , AL A LR T B8 A B K A 420 -7 MR TR PEA FE A AL N
356 mg-g " WAL RETEBR KBS TN 20.6 mgg ! M REMEAT AR - e SRR REXT H 5 B YR G B K
BEZE R 36.74 mg-g ™'t LM = MR Z A RE I R 175.56 mg- g7 ARSI ] £ (Y
AFLBRAF AL XTI F 5 5 A1 H 9% 8 B4 1 IR R

0.14
L]
4001 0.12F
. 0.10F
~ 300 g
"up 7, 0.08f
& =
E <
2 2000 > 0or
—s=— MB = —s=—NB
—o—SY 0.04|- o ——SY
L}
100 0.02- 4
1 L 1 1 1 L 1 1 1 1 1 L ] 0 I 1 1 1 1 1 1 1 I 1 I 1 1 1
0 10 20 30 40 50 60 0 10 20 30 40 50 60
cd(mg-L7™) CJ(mg-L™)
B 6 YR MMC AW SRR ZR (a) & Langmuir 634 (b)
Fig.6 Adsorption isotherms of dyes on MMC (a) and linear fitting of Langmuir model(b)
R 1 MMC W YR Langmuir 1 Freundlich Z57R G241
Table 1 Langmuir and Freundlich isotherm parameters for dyes adsorption on MMC
2% Langmuir Freundlich
Parameter 0 /71 b B R? Ko/ (mg" ™V m LY gty n R2
(mg-g™)  (L-mg™)
7. H HEVE Methylene blue 473.9 0.352 0.989 160.32 3.55 0.695
H 75 Sunset yellow 434.8 0.126 0.973 72.49 2.06 0.952

T AR pH {H 9.0 H V8 B0 pH {A 3.0. The solution pH of methylene blue is 9.0; The solution pH of Sunset yellow is 3.0.

2.2.3 WML S
W EEWELE MMC E AR [RITEEE R B9 R 3l 12 2R NI 7 (a) s, WRBRHEERT 60 min b MR 7E 60—



10 4] SRITRIAE A FLABR A il 2 S 7R S rh Qe it g 2 e 2553

240 min Z [A)W R 22N ET),240 min J&, B E]OSE IR A AVIE 1B 2 1 5 I R F-1.

400 (@
I 300

280

260

q/(mg-g ")
qo/(mg-g")

220
[ S T EE S RS S [ TR | [ R

0 100 200 300 400 500 0 100 200 300 400 500
t/min t/min

B 7 MMC WM REE (a) A H ¥ 2 (b) 3 Ty 2k
Fig.7 Adsorption kinetics curves of methylene blue (a) and sunset yellow (b) with MMC

XA B S T IF LR I W B 5 B B 2 | W R A IR 30 3 Fe A K, T AR B I 431~ 1T DAAR 75 5 b 31 1k
W2 FFA7 0 i 5 R B ] P S T PR A 390 1 TR B 0 - 2 I 08 22 0 4 R o S psi e v > | R o A 2%
& I 5 Wk 11 Fﬁ%fyimﬁir‘ﬂﬁﬂm S FH 5 8 A7 O o 484 R 10 B I R AE MMC | A R
B A ARG R T A T R

H 7% 27E MMC _EA[RDR BE R (90 B 2 Jy 22t & &l 7 (b)) Brsn. H 3 B 7E 293K 1Y I 285
303K 313K B[R] A HE A5, 75 293 K B ,60 min LA, W B AH XT8N HE 60—120 min 22 [1] W2 {5 3 fin
5K 3303 K 313 K B, 60 min ARG, W B4 78 60— 120 min 22 [A] W% Fff- 38 4548 . 120 min J5,3 4
TR P R O e 2 SR AR AN AR | 15 BH 2 0 1) R BT A7, ST IR S 303 K > 293K > 313K.

?\JT o MR TEAS (R 5] B P I PP 6 | H SR R - A R B o3 DL — 0 5l g S R R R A
PUWITERGENEA FLR L A e, etk R sk (3) &
LT o
G kgl 4.
APk W R R (g mg ™ min™") |, g, AT B Z] MMC X 50 T B & (mg - g7 ) | g, 2 ST 7B i
(mg-g™).
AR A H A 7 (mg-g ' min™ Y AT (4)

h=kq? (1—0) (4)
Pht/q % o IEATERIEAG | I ELZR A RER AR nT LA T AR DG RO S50, W36 2 B, th 2R 48L& 4
KRB R K F.0.9998 , BH MMC WG I B 5610 | H 75 05 o B2 AT A 480 sl J7 Ay | 3¢ B2 W o Fh
AT S 0 3L R il I B AT 4 5 P WG o 3 3 5 500 s T I kR
£ 2 YokE MMC RO S 8h J12% 580

Table 2 Pseudo-second-order kinetic parameters for dyes adsorption on MMC

2 B J5T K _k/ N _h/ N 2
Adsorbate (g-mg Lmin™") (mg-g L min 1)
293 2.13x1073 3.92x10? 0.9999
W 3% Methylene blue 303 2.56x1073 2.92x10? 0.9999
313 2.20x1073 3.49x10? 0.9999
293 4.38x107* 0.402x10% 0.9998
H 7% 8 Sunset yellow 303 1.08x1073 1.02x102 0.9999
313 1.35x1073 1.12x10? 0.9999

3 4518 ( Conclusion)

(1) il s iy MMC BA7 B R FLESH , FLAR 20 A LU — | R 3 A AL, A7 AR D B Sl L AL JE
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MMC (¥ BET LR IHFN 540 m™ g™ FUARFAERIELE 7 0.51 em™ g™ fLAEK/NH 3.95 nm. MMC HAT
i fe P

(2) MMC A FLEEF (A7 AR H = 1 X S0 FF 356 50 R 57 65 110 WO Rt VYR %) pHL X R o 7 o 4 e A
FERE 5T PR BT A I S S W, 55 R R ER A A H U B 1 R

(3) MMC %o 37 FH 605 M H 9% 2 0 R AE 45 Langmuir W B A5 IS | 32 20 A B0 1 R R, Bk
W o 25 4300l A 473.9 mg-g ™ 1 434.8 mg-g™'.

(4) MMC X G W B4 B 40— G0 8l 7 2 A5 2% B Pl 2R 1 52 7 2o e Jir 42 ok, R A 265 i 114 R e 3k
R RO B W o %%
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