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FE . % % 7t Bacillus sp. SL & & 8 7 4k BUR (SeNPs) % M % B 5 B, 7 4k SL & & #9
SeNPs L2k £, B 42 4 100~200 nm. 3% A A B F R B R R g 73200 T F & EF
AR PRREARBELAFTEZHAM BRUEAGEELNRLNAM. R
Al Bk T AT A 3R SeNPs 3 77 A 40k B9 B M LA (R?>>0. 99). R M 4 8 & 4 & Langmuir #
A8 K B, M R4 o I A IF oy i KR M & 4 51 % 1 158. 30 mg/g A7 1 721. 10 mg/g. % %
M e mit T AN TEEEAH ZHE(AS)H KT E. CaCl, 4 # 5 # SeNPs 7%
SKEHE AR R R FRFASOUU L. A EFEENGRMET R 38%. % L. H#
# SL A B Hy SeNPs I R4 b F A EXRI B RIFHN R mEZ AR, EAED
ioR 2 R e A i

KB : FHAFAE;NRa; TR ELE; RI 30 5 =5 18 3K A A
FESES . X172 SCHRFRINED . A doi:10. 7511/dllgxb202302007

AT A GG KA A Sy W82 BR300 (9 BIF T, 2 4R
P I B 4 B BT A Zn  Cu 2500 B e 4K
ik 8% B 24 BT 52 6 AT I 2018 4R Xia S5 44 12 1
R EE CsrE 3 3R 3K 19 KM FF 18 5 1 48 oK il ] 1
W BEF G oRL A G EF AT R R Bacillus 5 AN
KA FH T G W B Y BIF 5T R WA I S T B A B
G AR ICX} Bacillus sp. SL A 140 K Al 6L 0 B
7. F R MI 2R £ R B 0y op ad BRI AT R 5T, B AR
fcid pH . I ©E 7 fE — G RNE — G Bl ) 2 A R gk
A s B TETT A — BT £ 8 B0 08 1 99 2K b1 kL
M B 551
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58 A B i ol QAT 7= e HLOR SR 70 G
HEHCRN K M5 AR MERE A, 15 7E HA BUBME G LM
AR Ay B P B i PR G REFEAIR L T 25 A
AR AL R, 7z B T JeRb R K ab L H
BT o 375 2 5 S A 004 P O BRS 300  AEL ey T A 7
A PR TR L PR O R sk e R AR B R
AR I B BB 7 1% WA R 7R I A S Bk

PTAF R, SEAE I R B B A 2 1 B 490 K 0
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BRI R, A5 5 HAb R 7454, 1 MRS ik
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SeO; F 4kl Se’ 44 K i ki (NPs) 5{ 44 K #5
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1.2 @R il
16 LB Hr R 5 im AT bR SLORB 3% 2 06)
5 3 mmol/L Na,SeO,,150 r/min &% 7% 24 h.
8 000 r/min &0 J5 Fr3a 105 W, FHJC B 2lK vk
W3 W R RRM T BBAENEASFY R KRG
Yy T M A AL PR 30 min, {87 40 8 N 19 94 K B0k
BB KB Wb, A RS W AE 1 500 r /min
25,0 5 min, EFRYIAEAR. SeNPs £ 10 000 r/min
B0 10 min 75 8], 5 A 10 mL T 4k &
2,50 CHET 33T FE SeNPs B K.
1.3 RAESLE
FAH & E FEI A A 8 5 & Tecnai G220
S-Twin 1435 i L W 3088 CTEMD 430 81 & 109 44
KA R SF K JE 3. LA B AR S J A " ALS
IRPrestige-21 {9 8 B b A% 8 21 40 W Y& 3% A3 78
40~4 000 cm "l 7 W WO G, T B EE
5 kHz, Loy #r 2 B & 1. A H A Hitachi 24
F AL g SUS010 (1 43 4 H - & il BE- ik % X
(SEM-EDS) it % 9 EDS X £ & o 2 4 5 it 17
SyHEt.
1.4 WeRsess
[ BE A 25.50.100 mg/L B YL RE % W b om
A 0.5 g/L BRI RY AR A R W B 7], 200 r/min
FUE TR G, BB 5 min B,
12 000 r/min B.0» 5 min W RE & F) 2 4h-n]
LA Y6 06 3 2 22 500 nm A1 660 nm &b Wi 5 41
FRIIY R W ) VR ' R A o R 0 A R o R R
i R S (IR U = W i 2 P QTP R Y SR
Bt fE
q,= (O, —P)O)V/m @D)
Kb.q, M it o B RS 090 i 0 b bR
FE L0 MGt e BEHEE 0 5R B BV O IRIARF,
m YK Y . A 0.1 mol/L i) NaOH Al
HCLHY pHLIRSE pH X W B 7Y 52 1.
298 K M F . feid pH T WK 1 h, FIH] 3
Fp gl Sy 2R IEA T LG AR R
HE— G5 )y F R
log(4.—q,)=log 4.—k,t/2. 303 (2)
HE 8 Iy Al
t/q9,=1/k, 2 +1/4, (3
WA R A
q,=k,t"° +c 4
g, 2 W - iy s B A7 T W R ) 1R o g
B, mg/g:q, R W BRI AE ¢ B 20 PR 07 BT o W BT

FIGR i mg/ g5k ko by S5 R UE— SR B T 2
PR AR R (g » mg '« b D) JHE G Ty
IR R (g e mg '« h™ 1) NP U R B R R
B (mg+mg '« h “);c NIARBEWERE.
FEd A pHL IRl 298,308,318 K 444 T,
0.5 g/L ) SeNPs X Wil S 21 F13 H 3 i e B
W B 2 by FH b3k Oy i 0 ik BE gLk, g3 iR 3
ol 052 R 45 VAR L AT 404 R S R
Langmuir & 5 ,
0/9.=p /9, +1/K 4, (5)
Freundlich #£ % .
g, =Keol" (6)
Temkin f&# ;
q.=A-+B Ine, ("
o0 I b GeORE Y7 B TR BE L mg /L5 4, R
SeNPs # 5 KW M me/gs Ko -5 W B A G
) Langmuir W B~ % 20, L/mg; K AR
fff & A9 Freundlich & %%, L/mg; 1/n 4% 3 W M}
=AW M5 B ) Freundlich % %0: A #1 B N
Temkin £ 55 %1
1.5 JBERH SRS
1 25 mg/L ML BHEW P A 0.5 g/L 1
SeNPs #E47W% [ft, #% 5 F 12 000 r/min B.0»5 min
We L DLEE - AN [R] e JEE 1 CaCl, Al NaCl(10,50,
250 mmol/L)AbJAFE i, F LI B BE 7. I B 3 4
TRGEE
w=c,./c,y X100% (8)
s e A LRV BE mmol/Ls ¢, Ry W BV JE
mmol/L..
9 7K SeNPs (Rl 8 & A M, &5 5 4
W BT B A0 2R > 0 B 09 % RE I B R R X
G
A=c, /c, X100% (9
e, MK, mmol/L;c, ) ik Bz
mmol/L.

2 HiRS5iie

2.1 SeNPs [ FAEFe pH Xt 44 Hg Bh i) 5% mi
EDS 45 %] ,Se TR 1 M 86. 893 %, #E
DN AT BB S22 W) BN K A 2o 7R ep 25 20 W R AR )
JRAE Ay b o 390 5 B 2 A e LR B 1 () BT
7 B R SL A LY SeNPs ki 100~200 nm,
BEERIE. FTIR 453 87w, SeOF if8 J5ad 72 ohE g
P A B A8 Ak, X % B B bk SL = A Bk
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Fig.1 EDS, TEM and FTIR characterization of SeNPs synthesized by Bacillus sp. SL

Ay F A HE B ME S SeNPs & W iy a2 7. 1
SeNPs 2 [ 7] GE A7 76 F L6 Ko 74 it

pH X SeNPs Wz B P e ofe} s 72 1) 52 i 4 1] 2
Frs. 4 pH A 5 B, B BT Y SeNPs X RIS 21
FRTIV HY 5 5 i o ) A KAE 43 51 R 150 mg/g Al
120 mg/g; 4 pH N 9 B}, SeNPs # £ ] W fft
122 mg/g ML L & 200 mg/g T 3L k. 45 3
FW LB pH A3 K, SeNPs X W S 21 i 10 it 12
W AT B o FLX ST R W O B B T R KB L i
ST RE SR T IR 204 S — i B B ekt 7
pH B mit 23 Gk B i OH - 420 Wg B 5, B
SeNPs i Wil J 21 1) W Bt fE 7 9 55 . 1 78Ik pH. B
) B B T T o T e < v N S i I (O F <
WIS 2T et 22 ) 1% i Hh A VR 38 58, ROk, 6
SR 2T 1) W R R T A X A T Y VRO B s R A 7
AT G0 A R X I Y R 4 I R

220
- {ISRLT

200 [ - WHLLE
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Fig. 2 Effect of pH on the adsorption of Congo Red
and Methylene Blue by SeNPs

2.2 WFHSh I 2EESE

197 iy e JEE 1 fk i 0 X6 294 A A e 9 b ok 1
W B B 2 i G P 3 T L T ISR LT, A i e B Y
BN £ T 350k 20 W BT s ] A 3G S 4R e
Bk 25 mg/L B, 5 min A LAk 30 0% B 45 5 1 24

WG e BE 2 100 mg/L W), G 20 min 4" A ik |
W oS- % ST F R L B W AR T 8
TRZHETE 5 min N HE 7 B 7 AIR 2. 0 B 3 )
SEAEAR R R B b o T W B SR A 4 R Ak A Pk
UYL T R AT AL FEOR E W IR R R, o
TR SRR R (MR8 0. 995~0. 997,
VLS R0, 997 ~0. 999) 44 5 T H: Al 93 ol A5 71
X1 B 2 o)) 7 S A T S A R B S
0 W B 235 SR BT A SR UL SeNPs Xt I i )
JOT ) W B o R A A Ak 2E BT L PR A U
# SL A U SeNPs % i i) W B i 4 nl g 2 i
Tob T A A= 1) A 4 S g #EAT . 1B 3R A 2
A7 S 5T 4 i s

ZW RN 4y Sk 3 AN B B S Y kb
B8 ) 9 K ATG 3 T B4 ok AR L % oo R R Y A 3 X
WY RO FE. ME Gk 1 9248 n) NI R T E
W B ¥ T 22 SR JE Rk R R 0 P T, IR
SEACTR BF- L R T ROBE R Y R A] LA
VBT % B 32 o3 s i) A0 3RO R 1 BTN . NPT Ok
RUA G 19 R R, Ul ISURL P34 H0OAS 2 102 B 1
F R RGP R Z LR AR S Bulut 55 H]
1) 1 W B SR 21 g 2 SR — B, W B e R A
WE T Gesh AR e, AT, B bk SL A
SeNPs 7¢ 4] 4 ¥ B 4 100 mg/L i, W% Fff fig S mg
o TR AR S — TS bR R SR
B, AE G OB ) IR BT & 43 B4 B D 20 X 1070
40X 10 °,60 X 10 ° F1 80 X 10 ° i, 4 5l 75 2
3.66.6.25.8. 18 1 10. 25 min ik F| ¥ i , % S q.
SR 62. 11,100, 00,111, 11,121, 95 mg/g"**.
BN R AN SR S HE bR SL A RN SeNPs X 7. H
LA (10 W B AT L {H SeNPs W B 7 F 3% % 15 3
S A8 F R 8] B A SR 1 4
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160 T e s 3 180
wf i
~ L . © YIHAHFE100 mg/L ~ I
% A - S0 ma. L0}
580 100 A WIHATFE25 me/L eéo 100
= 3 g 80r
~ 80 . & 2 = E i = 60} u SCIOHE
S 60 | . i — W2 Sy
ol " 40 — e
P A 20 — PR
20 1 L L L L 1 1 1 1 1 1 1 1 1 1
0 5 10 15 20 25 30 35 40 45 0 5 10 15 20 25 30 35 40
t/min t/min
(a) W B ISR 21 (b) WL 100 mg/L KIS0 50 F1 2 i 2k
140 120 ————
120 R 100
o L © IHAHHE100 mg/L e
. 1 = YA IES0 mg/L . ol
%D 80 A WIHAWR EE25 mg/L %0 60
< 60 | = = LI LR i < 40 . gg‘&ﬁ%
o & —?ﬁ*ﬁﬁlgi"’rﬁ’ﬂ
40T 20 f — W Sy
23 W4 & 8 2 & & x 1 a 0 — N H
0 10 20 30 40 50 60 0 10 20 30 40 50
t/min t/min
(ON T RA (d) WEHF 100 mg/L W F 3L % 3l 22 i 4
B3 A ds i L B B ki Bl X 0.5 g /L SeNPs R [t 2 Bty % vl
Fig. 3 Influence of initial concentration and contact time on dye adsorption by 0.5 g/L SeNPs
# 1 SeNPs 3 ¥ Ak 32 bt oy B M 30 ) % 5
Tab.1 Adsorption kinetic parameters of SeNPs for two dyes
e — G5l Iy 2 A A W G5l ) 2 A SE/ ki
[ 0/
B gL g b/ 0./ » e/ 0./ o ks
(gemg '*h™!') (mgeg ") (gemg '*h') (mgeg D (mgemg '+h %)
25 0.988 2 0.359 4 32.812 0.997 1 0.021 7 34.751 0.742 6 4.656 0 14.669
MR 4L 50 0.986 3 0.211 4 34.751  0.994 9 0.004 4 78.298  0.830 4 10.599 0 16. 044
100 0.996 7 0.167 9 151. 890 0.997 4 0.001 3 173. 330 0.875 8 23.397 0 27.542
25 0.990 7 0.3819 29.426 0.998 2 0.029 7 30. 693 0.658 6 3.362 3 10. 934
EEEF‘ 50 0.994 7 0.614 1 67.660 0.996 8 0.036 7 68. 864 0.581 2 7.279 4 27.963
g
100 0.999 0 0.635 2 112. 300 0.999 8 0.030 1 113. 700 0.315 8 4.685 1 86. 724
2.3 MR F s PEAL S AE FLFR T 430 A ¥ 50 B & IR BE M 298 K F

W B SF- A7 h £ XoF T A W B O R B A R
. 7E 298,308,318 K 4514 T, SeNPs X R 4L 1
MV P 3 A 1 B O A L 4 Ca) L (o) TR, 25 SR 3R
W, SeNPs X W Fir Yk 14 0 [ AiE: g B o L B2 %) 7
e T HG SR T 3 Tl B 45 IR A B A T 100 45 2R
W 2. 85 R KW, Langmuir 58 7] 55 4f 4 41 5
SeNPs i Wil 5 21 F1 37 B 356 5 1) W B 2o A AR 4R
Langmuir £ AR 5, 76 AR 45 1 T, SeNPs % [fif
I A B A A A BT TRL O BT DA HE B SeNPs 1%

fm E 318 KL MR 2T g, M 829. 28 mg/g 34 Jin 5
1 158. 30 mg/g, W H H 19, M 803. 50 mg/g
Hm#El 1 721,10 mg/g. 45 R KW, SeNPs XJ 7 Fp
YUk W B RE 7 A7 I B R e T BE T e L A R TR
FRF £ Bt = 184 o

Freundlich 5 141 68 45 47 b 4 34 WIS 21 % 0
FRHREME (R* >0, 98). Z AR BRI n 5 W 9K 3h 5 A7
*. Y n=2~10 B}, M & 5 47, 24 n<<2 B, 1R
B LE 45 PR XER2Y . SeNPs W BF W SR 21, 24 38 % N
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1000 oK . 1000
800 L * 8K , 900
~ = 208K . . s ~ 800
600 . . w700
g : %" ' 2 600 |
< 400 | . i < 500 + = SCIR K
o> a® . > ~— Freundlichf#7§)
200 F ° & 400 — Langmuirfi%!
- 300 F — TemkinfiZy
1 1 1 1 200 1 1 1 1
0 200 400 600 800 1000 0 200 400 600 800 1000
p./(mg-L™") p./(mg-L")
Ca) W R SR 21 (b) 318 K Mg Ff W SR £ 45 54 iy 2k
1400 ™ I 1400
A K N
1200 | o308k * 1200
~ | =208 ~
oo 1000 | =By e e T 1000 |
o 8001 . - . & goo f
E 600 . g -
N N u SCIOHEE
e 400 | 4 o 600 — Freundlichf#7%)
L] — i ]
200 400 r * oty
1 1 1 1 200 1 1 1 L
0 200 400 600 800 1000 0 200 400 600 800 1000
p/(mg-L™) p./(mg-L")
(O TR A3 (d) 318 K Wz [} 1. FH Kk i A5 72 iy 2
B4 0.5 g/L SeNPs % [t 3 # J5 o F fi % i %
Fig. 4 Equilibrium isotherms of 0.5 g/L SeNPs after dye adsorption
®2 BMRRaATEFREENFRELAINEE
Tab. 2 Isotherm fitting values for adsorption of Congo Red and Methylene Blue
Freundlich #5i %Y Langmuir #& %4 Temkin 15
Jert T/K
R? Kr/(Lemg 1) n R? Ki/(Lemg ') 9,/(mgeg 1) R?
298 0.981 1 6. 145 1.474 7 0.983 1 0.002 7 829. 28 0.9517
W 2R 21 308 0.985 4 29.911 2.127 0 0.992 5 0.003 1 962.99 0.977 1
318 0.980 1 48. 566 2.312 3 0.982 6 0.003 6 1 158. 30 0.977 2
298 0.803 2 146. 710 4.175 3 0.934 1 0.010 7 803. 50 0.859 3
RIAGEE 308 0.860 7 131. 460 3.2650 0.958 9 0.007 7 1164.00 0.920 5
318 0.874 0 137.920 2.945 4 0.974 8 0.004 0 1721.10 0.938 7

B AS™>0 AT, WIS £ HY 36 i 7 0 B o A%
6] Y8 A T 114 B AL A 5 R T SR £ I B

298 KB ,n<<2. iR EF = F] 308 K B, n>>2, 1)
R U 55 T e Fof I o o R B 2 ) 1 AT
2.4 WRERIR I 2E 5 B

W B FR B H O RE AR A (AG) KSR (AHD
AFCAS) WH 3.4, R 3 M1 4 AT, 7E 298,308,
318 K W} AG ¥k ffl . i B SeNPs X 5 F 4 ft

% 3 SeNPs MW R 41 89 ¥ 5 %

Tab.3 Thermodynamic parameters of adsorption of

Congo Red by SeNPs

BB B AG SRR RIER TR WE A6/ aH/ 28/

W15 52 B B TR T+ SeNPs T I i 1 5 53 30 £ Wemel D (el D mel T ED

’/f? —Ppﬂ—/l\wwﬁ*iﬂg AH é’}%”ﬂ‘j 6. 09 k]/mol ;FH 298 —17. 331 6. 09 0.078 6

11.76 kJ/mol, ¥/ T 20. 9 kJ/mol. %45 S 3 1 , 08 s 609 00786
318 —18.903 6.09 0.078 6

LR AR I NIANE S A S L RS P S SR
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Tab.4 Thermodynamic parameters of adsorption of

Methylene Blue by SeNPs

R/ AG/ AH/ AS/
K (kJ » mol™ 1) (kJ » mol™ 1) (J*mol !« K1)
298 —18.636 11. 76 0.102 0
308 —19. 686 11.76 0.102 0
318 —20.676 11. 76 0.102 0

Yokt LW B 7E SeNPs B, 2R ET — A HH
JE. ORI, 2 e o 79 SeNPs BUIR i, 4 0 & 5=
IRAT T Z 1V SR e 2 BUR 1Y 19 25 L
2.5 DEIAFIAIERE S B

WA 6 ) 5 e ) o 5 ) P R g R A HL T LA
A 1T, EL [T A P s R AT DR 3 5 e 4 I R
J1 B B L WL B T NaCl
I CaCl, X 5 41 54kl B9 M B RE 1 K Ak 35 B
SeNPs B M AAES. WK 5 FTLIA H B NaCl

100 NaCl [3CaCl,
e
80 + 3 —— 7_
o 60T 7 7
= 40t
20
0
10 50 250
g/ (mmol-L")
(a) WIRer
100 NaCl [ CaCl,
80 7_,_
c\o 60 B
= 40t
20
0
10 50 250

¢g/ (mmol-L")
(b) 7. A 5

K5 A E®E NaCl 7 CaCl, 4 # 5 iy SeNPs

xR R 2o A R O B B
Fig.5 Congo Red and Methylene Blue desorption
rates using SeNPs treated with different

concentrations of NaCl and CaCl,

I CaCl, e B2 BEn , YA i B S 25 4 i v, HL
WIS 2T et B B % i I R 3R Y. e b, CaCl,
A ORI T NaClL JG 2 XF 30 HY 55 3 0% ot B
U FPER B W E o 10 mmol/L B, CaCl, %
HBER A AT 35 60 % 2247 7 NaCl 4 JIi B 3 /8 7
10%.

T VAN HoE AR A gL SR A 10 mmol/L
[y CaCl, IR AT SeNPs 147 Bt B Ak 2R , 4 252 1F 47
5 U BRE- BB SE 56, P IRl 6 mTEL, 28t 5 IR AEER .
SeNPs X Wil AT (1 W BiE 32 A7 S8 AR F5 7 80 %6 LA I
1M SeNPs X 7 B J i 19 W B 2% T B¢ 21 3820, Li
GH A Cu,SeNPs 25 B W H JE i, 7€ Cu,SeNPs
23t 5 UK BT R E A S L X I R R Y 2 B R
FEARZEAC R 10% 22 A7 Wk Mt Z R, CaCl,
A FR IS ) SeNPs HA #AF1 Inl iR FH A B, 7 £
YRAE B 8% B 1) SR 21 0 I P 5 5 i 7 T 4

100

JE11E 2 M o 0 2873

O 1 7 WA 7
o 60T
;4m
il R I
0 1 2 3 4 5
n
K6 #25KMENE SeNPs 3 [l £ 410 T ¥
3 AR MR

Fig. 6 Adsorption rates of Congo Red and Methylene
Blue by SeNPs after 5 cycles

3 &5 i

AT HE Z Bl ) 2 AR R RT LS b A A T
Pk SL & A SeNPs XJ W i 4y kb iy W Fff i 2
(R*>>0.99) , 154 B W i 3k 2 B8 A5 5 1 2 TR T it
A 3k 2 52 299 K G 1 R AT 2 o 2 el B K. ST G
W ff i #e %Z pH 8K, " pH B A T SeNPs
W BRI HE A, T IR pH B AE & SeNPs W fff K
ST WY R AR IR A R AR, Langmuir #5% 8Y A DL 5 4F
b 85 34 O B AR P O AR BRAR SRR L IR B S R A
SeNPs 1l 5 24 5] 73 Aii . #1253 B 22 B 3 7o 1
Bif ik B2 B ) T A & W B BE. CaCl, AR PR E AY
SeNPs 28 5 YCAEFR i 4 WIS £L 07 F 3 g 475 £ £+
W AR L5 L MR SL A SeNPs Xt R R
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Research on kinetics of dye adsorption using SeNPs
synthesized by Bacillus sp. SL

FAN Shuling, YANG Ying, SUN Lu, YU Bin, JING Jiawei, QU Yuanyuan®

( Key Laboratory of Industrial Ecology and Environmental Engineering, Ministry of Education, School of Environmental

Science and Technology, Dalian University of Technology. Dalian 116024, China )

Abstract: The adsorption properties of selenium nanoparticles (SeNPs) synthesized by Bacillus sp.
SL. on anionic dye Congo Red and cationic dye Methylene Blue are investigated. The SeNPs
synthesized by strain SL. are mainly spherical, with particle size of 100-200 nm. Methylene Blue is
more easily adsorbed under alkaline conditions, and acidic conditions are more suitable for the
adsorption of Congo Red. The two adsorption processes could be better described by pseudo-second-
order kinetic model (R*>>0. 99). The adsorption isotherm is more consistent with Langmuir model.
At 318 K, the maximum adsorption capacity of Congo Red and Methylene Blue is 1 158. 30 mg/g and
1 721.10 mg/g, respectively. The free energy change (AG) is less than zero, while enthalpy change
(AH) and entropy change (AS) are both greater than zero. The adsorption rate of Congo Red remains
80% using SeNPs treated with CaCl, after 5 cycles, and the adsorption rate of Methylene Blue
decreases to 38%. In conclusion, SeNPs synthesized by strain SL exhibit good adsorption and reuse
ability for Congo Red and Methylene Blue, which are potential dye adsorbents synthesized by

microorganisms.

Key words: Bacillus; Congo Red; Methylene Blue; adsorption kinetics; recycling



