ﬁ& ;”i%ﬁ %{&J bl

FRGE
PAik: http://www.aes.org.cn

/IRONMENT SCIENCE

D0 SR XX B AR RELIA TR P ik S B 7 1ok B A e Je L P
W, M, R, ke, Bow, HEk

FIHASL:
T, FRAN, BB, A DOUROUU AZRELIA TR R MEHBE S8y 123 O RA 2 Ky FH . AN PRARERR 727412, 2020, 39(6): 1420-1428.

TEZR R View online: https:/doi.org/10.11654/jaes.2020-0079

AT RGBS B

Articles you may be interested in

o7 FH T ER G2 AT 7 i R VR T TT P K SR AR UG H R &R 28 — H R — 2. g
B, %, A8, ki
LNy FREERLF24]. 2016, 35(11): 22372244 htips://doi.org/10.11654/jaes.2016-0303

W FEIRER [X A% B3R /K 3R Z2 A [ OCPs Y5 Y RpAiE K A= 25 XU T 52

JEBeTs, o R, MRS, AR, T

LV FREE R3] 2020, 39(5): 1085-1093  https://doi.org/10.11654/jaes.2019-1397
AR 38 KU 4 B ORI 28 SR HEURFAE

JELE N, MBBOK, sk DS, B T, EREEN, RN

LV ETRLE2A4] . 2020, 39(6): 1359-1367  hitps://doi.org/10.11654/jaes.2019-1393
B TE T HAEAT B A IE A IR e

AL, e T, W, i, R, AR, S, X R

AV FRBE B4R 2020, 39(5): 10261033 https:/doi.org/10.11654/jaes.2019-1310

R IE B SR PR T 2 A B A 15K

MEBT, AR, SCLLT, MR, /W, AR5 3%, 227K, 9Kk
LM IREER}F2A 4. 2020, 39(5): 10941102  hitps://doi.org/10.11654/jaes.2019-1311

KEMIE AT, A ELZIHE R


http://www.aes.org.cn/nyhjkxxb/ch/index.aspx
http://www.aes.org.cn/nyhjkxxb/ch/reader/view_abstract.aspx?doi=10.11654/jaes.2020-0079
http://www.aes.org.cn/nyhjkxxb/ch/reader/view_abstract.aspx?doi=10.11654/jaes.2016-0303
http://www.aes.org.cn/nyhjkxxb/ch/reader/view_abstract.aspx?doi=10.11654/jaes.2019-1397
http://www.aes.org.cn/nyhjkxxb/ch/reader/view_abstract.aspx?doi=10.11654/jaes.2019-1393
http://www.aes.org.cn/nyhjkxxb/ch/reader/view_abstract.aspx?doi=10.11654/jaes.2019-1310
http://www.aes.org.cn/nyhjkxxb/ch/reader/view_abstract.aspx?doi=10.11654/jaes.2019-1311

2020,39(6): 1420-1428 xR W F OB R F F R 202046 H

Journal of Agro-Environment Science

BOWL,ES N, R B, A TR A SRR it BB S ik B R K T A FRERR AR, 2020, 39(6) 1 1420-1428.
HUANG Zhe, SHAO Jie, ZENG Kun, et al. Construction and application of an enzyme—linked immunosorbent assay for detection of tetra-
bromobisphenol A[]]. Journal of Agro—Environment Science, 2020, 39(6): 1420-1428.

'?:-r -.
JECERE OSID

0 7R W A 2S BREASTI FI BB EX S22 77 X U 22 e I A
®OHLA ALY RN, REE, RO, AERT

(LA KA 24 TR R, T8 BL 2120135 2 VLIR RSAIRGAEASHIERT, T8 $RTE 2120135 3. TLIR R4 TR
FEk, 1195 BT 212013)

OB PR | RSN v DAL PO R XU A (Tetrabromobisphenol A, TBBPA ) ZEBH 9 51 U R XU A X (2- ¥ 3k 2 56 ) ik
(TBBPA-DHEE ) 7EFME F 4T R 43 A , A% 34T TBBPA-DHEE (454 , 5 REPUR Dy s KA A ST R AR 45 1 5 BRET X
TBBPA-DHEE [ ¥ T BT A ; %558 & Bk Su i 1435 55 DU A FL (232 £ 3% ) ik (TBBPA-MHEE ) A #4151 (1 58 SUR N, 5 HiAth
TBBPAs V& A 28 LN 5 RALPLIF /AT AR M BE (G B %5, 7 T 142235 4+ ELISA drfih 2 o 25 WoR A0S 1 ELISA Jr
A TBBPA-MHEE ()46 115 [ 47 0.86~13.70 ng+ mL™", KM PR (LOD) 24 0.78 ng - mL™"; 5 TBBPA-DHEE f4 £ ¥5 il A 0.96~
8.10 ng- mL™" , A B 0.56 ng-mL™'. SRR A HIEH—F BER L) Ji 4 Y KRR+ 3EREAS , % B TBBPA-DHEE/TBBPA-
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Construction and application of an enzyme-linked immunosorbent assay for detection of tetrabromobisphe-
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(1.College of Environmental and Safety Engineering, Jiangsu University, Zhenjiang 212013, China; 2.Institute of Environment and Ecology,
Jiangsu University, Zhenjiang 212013, China; 3.Institute of Agricultural Engineering, Jiangsu University, Zhenjiang 212013, China)
Abstract: A rapid and sensitive detection method was established in this study for evaluating the environmental behavior of tetrabromobi-
sphenol A bis (2-hydroxyethyl) ether (TBBPA-DHEE). On the basis of its structure, hapten D; was designed and synthesized, and five
monoclonal antibodies against TBBPA-DHEE were prepared using hybridoma technology. These antibodies showed high cross—reactivity
with tetrabromobisphenol A mono (2-hydroxyethyl) ether(TBBPA-MHEE) and no cross—reactivity with other TBBPAs. After the reaction
conditions were optimized, the results showed that the linear ranges of TBBPA-MHEE and TBBPA-DHEE were 0.86~13.70 ng-mL™" and
0.96~8.10 ng - mL™" with detection limits of 0.78 ng+mL™ and 0.56 ng-mL™, respectively. Moreover, in water and soil samples collected
near a brominated flame retardants (BFR) plant in Shouguang City, Shandong Province, the maximum concentrations of TBBPA-DHEE/
TBBPA-MHEE were 15.45 ng-mL™" and 6.75 ng-g™, respectively.
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PO A (Tetrabromobisphenol A, TBBPA ) HF
AR B 1) BELAR P e oy R ol FH A YR AR BELJA 58] ( Bromi-
nated flame retardants, BFRs) , & UL F HL T 72 0 (g7 21
fn AR TG AR . 2001 AR ERTT I TR R IR 12T
t,20044E29 17 J7 °, 1E 2 R F TBBPA ZEBHIA I i K
s, LR RREE R S TR AR
KR ZEEE A HET YRS R 5 B DL R I
FLahp I A A . WE9E & B TBBPA 25 4LA W)
TS TEMIREE N o0 W TR , R T AV HLTS
Yy, S AE AR BT FA YR BRI 3T HELAT 4w pE
G ES s N B T/ w7 K S £ L7 Sl ) e e
ARBRBR SRR

PO A AL (2-F% £, 38 ) B [TBBPA bis (2—hy-
droxyethyl) ether, TBBPA-DHEE]J& 3 % () TBBPA fif
Yz — FETRREY HAEMIE AR RS R
BRIz N BT EA R logK. 8, A
58 A\ 51k 8 TBBPA-DHEE HAT — & A EFI 4= 1)
ERM P HEABEMAEEE . RN A $
(2-F8 & %) B# [TBBPA mono (2-hydroxyetyl) ether,
TBBPA-MHEE]Z TBBPAs 251k & ¥y M HAi Ak Wi 1E 4
FEE AR R, T 4549 5 TBBPA-DHEE 2%
{1, TBBPA-MHEE A i 5 TBBPA-DHEE HA5 2581 1Y
FPEMEH] . R, TBBPA-DHEE/TBBPA-MHEE 7£ 5
B B §EiE DL Ay A g o A0 T . BRI, iR
T HE 7 TBBPA-DHEE/TBBPA-MHEE B J7 v , Hy
WAL LIRSS AT R E R R F- B, Lin 55"y T AT
ESI-MS fi Tl % TBBPA-MHEE #1 TBBPA-DHEE &
oAt R 7 5 A% 7 . {H )2 TBBPA-DHEE 4 51 f
SERG, T ESLEE APCI (1 55 U5 G 1 4E i e 18
PR AR 1 1 FH s sl 2, A5 ok AgNOs I AT A
Ak, SR T e B AgNOs B9 51 A T BE A AL A8 E
YL Liu S0 T8 & A30RHE 43854~ Orbitrap Fu-
sion = JE % 1l TBBPA-MHEE . {H & % F (Y %5
D710, W5 B S ARA A AR 0 W L T AR I & iy
X REA S ER EA AN HE, HZ 7 s R RE S B — IR AG:
W ZFPRE S o DABT IR -0 A Rr 50 45 A S SL A ) S
REATHT T, B T LA I B 15 B AR L3 N5 43 BT
ST Y SR I S 43 M v A
TBBPA-DHEE/TBBPA-MHEE %)) fiff £7 438 .

A HF 5% DL BH 4 ] TBBPA-DHEE/TBBPA-MHEE
J EHERY), Seil il PR A R I e N R 2
i 1) FH 23 58 968 o AT 1 v 2 B0 1 B v B B A, -
FUGHBU AR ) R AR Sk TR T T S s T R

P ELISA J7 & J§ T TBBPA-DHEE/TBBPA-MHEE ¥
K 5 R £ LAY X3 4 PR BE A AS , 43 #7 Ho b TBBPA-
DHEE/TBBPA-MHEE [ 434 15 1% o

1 #MREFE

1.1 #F#4

5~6 JE I 0 1 Balb/C /N B A 25 MK 2 2
2B FL B B 2= s, SP2/0 B iR 40 i B s
AR UARAT RS | DUTROBUES A B (2-F2 0L . 2, ) ik
By d VOO Y A WL (2-F83E — 20 Bk br v A ok B H
Bl Be A 5355 0, BSA \OVA \EDC - HCI,FCA . FIA |
HAT(50%) \HT(50%) .50% PEG .3’ -3"-5"-5" -] H
SR i (TMB) I H 55 [ Sigma 24 F] , HRP-IgG Ity B
2 [H Jacket 23 1], 5 4 1L (Fetal bovine serum, FBS)
W4 F 2 Gibico 28 Al o HoAth# ML 200 7 [ 254
Ak BRA R . B AR AR F T TR SR A A .
Z I BEREFR Y (TECAN Infinite M1000 PRO) Ay B8t £
TECAN 23 F] 77
1.2 TBBPA-DHEE R EMERELEE

FREL2.86 ¢ AU iR e A [ HEIR N, A H B 20
mlL, [F197 2 h 1551 2.9 o WU R FH R (a) 5 4 U R F g
BT 40 mL KBS IR, SRS 12 12 A 10 mL % 25.7 ¢
TR VKBS IR , ELERE N 5 b b AR AL AR A N Y
TRFIZK VA, K 3R 25 A5 21 1) 4 I ok P e Jie
OREEARTS 4, 4- (3, 5- R -4-F2 28 ) I R H g
(b) ; b5 A (b) 52— BT A AR, 158 T
G 4,4-33,5- " H-4-Q-F R E I ZEIL
2 H G () s B PRt &9 (o) S5 A A AN AH B
Ve, BDATAS 2R 4, 4-X0(3, 5- R -4-(2-5%
e LI RIL)LIR Dso A RSN E 1R . Xt
4 M TBBPA-DHEE FJ>40 it Ds F BT 5 A% g e P i
TTEEH S 0E o
1.3 TBBPA-DHEE ATHEHARSEE

h T A SE PR AN ST R BT WAk — W ek
W 2Z AT B A2 BT D S5 3K 11 (BSA .OVA) i
B . 400 mg EDC - HC1 1 20 mg #4A 5 15 T 2
mL PBS(0.01 mol - L', pH 7.4) ", #£ % I T 5 30
min. B 60 mg FH0)E Ds¥% T 2 mL PBS Al iR %
WIRA 51, S 4 h, SR G TE 4 CUKER 5 F T bt
16 ho Bl R LW, 78 PBS ¥ (0.01 mol - L™, pH
74)HiENT 2 do 2 dJGFIRTEBENTLE AW, 2
I T A o A, Hrh A BSA-Ds AR S i
L OVA-D: PERBR . W 73885, BT -20 C
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Figure 1 The synthetic route of the D3

UKFEAFII

N T 9t it BSA-Ds, OVA-D;, BSA, OVA Fil TBB-
PA-DHEE, fit il ¥ £ ¥ 4 1 mg- mL™", 3+ F £ 483t
HEE T T AR
1.4 [E#EZES ELISA FiEHiRRE

# OVA-D i i) A8 (0.05 mol - L il PR 1 2% ol
W, pH 9.6) Fi Be, LLAEFL 100 wL i FLA B bR Al
4 CHAFRNE9 he MR, R VeI ST 1
Yoo ZJRHEFUIMA 200 wL B A (5 1% B 0.01
mol - L' PBS,pH 7.4),37 CE;FEFE N 2 ho M,
LBRE AW AT FHBUARTE B (5 0.1% B
0.01 mol« L' PBS, pH 7.4 ) il 75 FE AR MR 152 , b oA i FH
PBS FEAICHR B, K 52 1oy Ve J5E 114 XL 775 AR A o o B LX) 2
BN B A 3 A A7 8 25 16 BRI BH P4 X
HE,37 CIRVE2 he SE4 SOV, FHVE VRS U, T
KGR T, B AL AGE SR B Y F T R AR —
Pi,37 CHFE 60 min, Fifl Ji 25 TR 1 2 AT 5 I 45 R s A
B3, T E EFLIE A 100 L /) TMB i (4%, 76
FRFRFA N TICE 20 min 2247 o NS FRA Hh B AR AR
JE A 2 mol - L7 1Y HaSOu, i S 0 25 R kR . e 18
TS AR SOR I 52 HEAE 450 nm AR RO
1.5 BEERAENH & 5HE

i L F0H EB K 2 Ak B U7 e BSA-D; 5
FCA #4730 IS B9 FL AL W) f 5% 6~8 Jiil i Balb/C METE
/INER 54 SRS B BSA-Ds 5 FIA FLAL G m LAk i1y
INERARTE o B S IRARE ST, SR T 1.4 B 6 B il
HEAT A, SRR HUAR AL M 5 7 0 i e R /N R,
YL HS G 200 P, 5 R 4N B SP2/0 R AT A, It
— L B T 1R L R S R A A
1.6 BEERENEE
1.6.1 K5 A% 0E

K H Thermo B g [ Ho A4 IV 74 25 7
BRI EIE TR E
1.6.2 P TR (I

ST ) ELISA Jr il b dn e th 26, 153t

TR X 44

1 1) 2 Bl 2 (50% Inhibition of concentration,
1Cs0) o FLH LIASUS AR UE 5 ODE K B, W INAS[H] Eb
kR E S 09 ODAE K B, K: B A Bo (1) FLAE B8 AL AR,
P it VA R X IO B A e A A
1.6.3 Wzl:&wirzzm I
LEFRA A T A8 SIS, I HRR S

PEo 7 ib@.scﬂfir“z CR% )= TCso( T K6 AR vE -
W BE ) MCso (FLAhATT A= ¥R FE ) x100%
1.7 ELISA 3581
1.7.1 HUAARFEL R 5 S g () e A

K ML SR LR - PUAR S Ak . A
[ 9 2 1Y) OVA=Ds (1: 1 000 1% LA B3 1:32 000) , A
[ Ve FE A PR (1220 3% LU AR B 31 1:2 560) , HoAth 37 7
] 1.4, SR FEEFR A0 HAE 450 nm B9 OD {i, I ik
HLOD B 7E 1.0 A2 A7 WALk s FBL AR B vk B2 A R 1L
AR J 1 52 g R
1.7.2 HiE Bl pH{H

Fi 1.7.1 008 M 45 SR AT R 0 A0 B8, 22 05 R
AN TR pH A 9 22 b %5 W0 FG B A ME i, pHL 43531 4.0,
5.0.7.4.8.0F110.0, ZJ5 2 IRAAE , M 5E 450 nm ALY
W RE 1 pH AR
1.7.3 Wi A vk

Bt it AN [) 28 1 5 B2 (0.0.10% .0.50% 1%
5% . 10% ) B 5% MR FEAIRIR FE , 56 B ELISA SO, i
TR
1.7.4 B Se e B -

H A ] 88 F 58 & (0,0.01,0.05.,0.1,0.2 mol -
L) G 0P B R AR AR U S MR B, ELISA SN &, 1 o B F
SR
1.7.5 B AL AR

FHAS [A] e B2 i) HH R (43930 0.5% . 10% . 20%
30% .50% ) 2% WP FEARAR UE S R B2, ELISA [ i , 3
1] 450 nm &b MG, R H BEUR
1.7.6 FrufEfh gy

FETF BRI A, Fi B L4 b R AR, ST
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PRk, B T E 2 EE . NSO R
AR UER 2R F BEH A I R (Limit of detection,
LOD) 2EE0M i 2 (1Cso) B AS I FE FEl (1C20~1Cso) o

Al - A,

X
1+ (Xo)
oy RO FOAE A/ Ae; X © 0B bR v S e
BE  ng-mL™ 5 A LG L) IR 1) b A R A,
S AU E L7 R 2T T 2R AR 5 Xo B 1Cs B,
ng-mL™5 P TCso b S5 HIRER
1.8 BARYIRIE A AN A SR ER (AT A0 2B R 4G U

INAR A 77 06T 23R [ 2 BFRs A 77 1, 2 1
A Z K TBBPA K HAGAEY £ T . T 2016 410
RN 2R 48 25 0T A BELAA 700 Jom 1 366 b B 3 KA R
TR TIAR A B I RAEAE-20 CHRAF T .

JKAE BRI A B 7 % F 10 mL T S 28 W UK RE
FEAEFH 0.22 pwm S ER LT 2 R DA TR 08 , U8 W B H
TG

- AR A Y A BRI AR AR AR TS L A
FHAEARFT W 5 22 053 bR, 5 76 03 375 59 2 B (A ccelerat-
ed solvent extraction, ASE) Jz v & A — 2 4 19 1k
L PREL g RIEREAS I S A R T B I R R
OS] AR FEREA S RESE - e RS R
W S 22, LRI I ZEBGR] , ZE R AS
I 5 WO 26 O, e e 78 % DR B 5 mL 22 Ay 5 4 381
RZEBGN AR T, SR8 5 & A — g e B Y
AT TR

227 Tian S5 J5 2% I ESI-MS J5 5 X FEA Hh
] TBBPA-DHEE/TBBPA-MHEE BEA7#6: 0 . b4t
X TBBPA-DHEE [ & A6 M B LOD 247 0.49 ng-mL™,
TBBPA-MHEE ] LOD 4 0.33 ng-mL™,

2 HER5HH

2.1 TBBPA-DHEE ¥ ERIEE

i T TBBPA-DHEE J& T/Nor F ¥ i , AN H A5 e
92 Sk R S R AR PR BRI AS 58 b
SR, TBBPA-DHEE 254 W %8 16 PE S A, Jovk B %
TR, 75 BT A AL s (IR T 2275 R R R 18 M 45 TR
U PUN A, ME B AR B0y 4>+ 454, R
PRSI « (1) MORIRNEE (R FAT AR, DL AN R I
FLMEEAE R 207 5 (2) NS 28 3w (] 14 =2 4 R4 773
Az, DA— M 2R IR R M A S 2R . WA AR DR A2
K FHHT— R SR W G B TP M, S il & 1

y=A2+

TBBPA-DHEE 2 sw FEHL A, 3F 4 57 T 56 4+ 1 ELISA
D5, HilCs ol 9.868 ng-mL™ 29, FEAHFFE il 1 2K
IR a) () S aE A AR R AL IR P Dso X TBB-
PA-DHEE 192470 J5t Ds FH A% i 24 035 F 5 135 53 B
AT . A AN E 2 R B R S G
AN 3 o , ARE X AE 0T BB 98 AL A9 g
W rp ST R S 19 43 BT DL A B 18 43 #T
g5 R W ) B sk G4, B TBBPA-DHEE
EHUE Do
2.2 TBBPA-DHEE ATHEHEE

L 58 AN A T 0 1 RO £ Y
A, BT AR W B e S AR S I AL, an
&l 4 2 BSA-D; . OVA-Ds 554 JiT (1 52 SM OG5 ]
PR R T RZS SRRSO R A T
FARAL, AW RIENL R T RS Ul I G A K
SR

100 ¢ 689.08

90 F
80F
70

60 F
soF 724.88

Relative abundance

40
30F
20F

10F 212.09 339.34 653.55 983.23
140.91I 280|.02l 37"8_.'22 485.4I7 565.14I e il 786.69 830.66 910.41
PRCRTAN UM NS O L RN TR

bbbttt 0 4 |

200 300 400 500 600 700 800 900 1000

mlz
2 FHE DB E LR
Figure 2 ESI-MS spectrogram for hapten D3

[N NN

Relative abundance

—O—=NWEAUNAI0O0O— WA UNNI0

b o.anal ean s ol
430 400391, 193196 279
7.57.0656.05550454.03.53.0252.01.51.00.5 0 -0.5

{1/rps
3 FHURE DB R R S
Figure 3 'H-NMR spectrogram for hapten D;
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Figure 4 UV absorption spectrogram of the D; and conjugate

23 BmlERAH&E5EE

FH ELISA J7 5% 3 Je B I 1A 7330 1k , 45
UL 1, Hodr BT i LA 1:2 000 FHHL AR B R0 B
ATRLE H 1.2.3 5 /NI RO 55, Tl st E g
E0.250 pg - mL™ B, 30 15/ B 000 o) 24 0
= (75.9%) o B, B 28548 15 Balb/C /N AT S
T 24 L 5

Gl ZW BRI G AT S REE B AR 2 3 1
TBBPA-DHEE B 58 BEHL A 1) 4458 It 40 LAk , bic by
EaD> . DoDy . CoDs . DaGs FoDso 22 3 F 2% 52 3 57 & )
FE SR SERE BRI 1gG1 B Kappa i .

[ EF X 5 Rk B v R T A4 () R S M R A T T S (3R
2). FEREIR, XS HR EESUA 5 TBBPA .TBBPA-
DAE . TBBPA-DBPE . TBBPA-MHPE . TBBPA-MBPE .
TBBPA-MAE %4 28 X W, 1fii 5 TBBPA-MHEE
A AN 8] B2 BE 0 A8 X (55.32%~83.32%) o AR i
TBBPA-DHEE #1 TBBPA-MHEE %5 #4 , 0] DL ),
TG HAT R AR SRS AT i AT
AR HUARRR U8 R H RN R BT . 25T DuGetk
U5 TBBPA-MHEE A % 5 1958 RN, PRI Ji5 2
T P HL A 2 [R] s AG TBBPA-DHEE 5 TBBPA-
MHEE #5553 87 77

2.4 ELISA&HMUER

T SR VAR 0 0 2 B - B AR e A S I v
SRR UL 3. WRFRMOLEETE 1.2 55 FLAR 41 e i 245 1
RO DX A3 Ry B S AR AN A ER I R VR R A
PR 1:640, BT 1:4 000,

FE ELISA W AR 2, By i 45 63 ol R L
MBS A AE R AR R A T 3h APl b O 2% v
BT AR AL E B REEMIEM . fER N R,
VWL 153 pH DA B A LI 39 X2 R A 53 e s ) g v
) R . ASHIFFE VS 1Cso Il OD . W15 F 30 3] Wip
S A S5 A B LR AE T 1Cs BRI OD, B8
o R RBEATRES. WK E K& pH
IYE TN, 1Cso F1 OD, 35 22 BUAE T R S5 B AR A A 3, I
o2 pH A 10 B, 1Cso 35 /)y, T pH Ky 7.4 B, OD, e K o
AW ERRIIZE R e pH 7.4 IS5,
B Rl LLE i W & A 3 i 1 22 11 (0.5% BSA)
A B FRF IR R EE . i Na 8 F5m Tt
2 FEOD . AR, R B 75 1Cs0 S PR AR S T R <
AP 0.01 mol - L' Na™VE N {EW . i TBB-
PA-DHEE 1 TBBPA-MHEE JIE & VE4 8 , R I T A
BLE RN HEA T BT A9 5 3 FH %) W A oy Bl i
FIVHEAT VAL o A1 2 22 M BB S A BS , OD

&1 HLMFRIFE

Table 1 Screening of antiserum

fa ke 7 o i vl g Balb/C /)Nl 4" Number of mice
Antigen concentration/pg+mL"™' Standard concentration/pg-mL™! 1 2 3 4 5
0.2 0 1.124 1 1.0196 1.097 8 0.989 6 0.849 8
0.050 0.630 2 0.759 8 0.639 8 0.5309 0.5490
0.125 0.330 1 0.490 1 0.359 4 0.329 1 0.290 2
0.250 0.2709 0.409 1 0.3509 0.3149 0.242 8
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R2 BRERENZIXRME(%)

Table 2 Cross — reactivity of monoclonal antibodies (%)

E& Compound E.D, D.D, C.Ds D.Gs F.Ds
Ay
TBBPA-DHEE 100 100 100 100 100
HO—"y o~ S—OH
Br Br
HO O Q ~_OH TBBPA-MHEE 55.32 64.23 53.55 83.32 71.78
Br 0 O Br
HO OH TBBPA <0.05 <0.05 <0.05 <0.05 <0.05
SORPS
$O 0/\/ TBBPA-DAE <0.05 <0.05 <0.05 <0.05 <0.05
Br Br
Ty
N /\/\0 o TBBPA-DBPE <0.05 <0.05 <0.05 <0.05 <0.05
Br Br Br
Br
Br Br O Br
Br O Br TBBPA-DBDPE <0.05 <0.05 <0.05 <0.05 <0.05
Br Br Br
Br O O Br
TBBPA-MBPE <0.05 <0.05 <0.05 <0.05 <0.05
HO O/\/\ Br
Br Br
TBBPA-MAE <0.05 <0.05 <0.05 <0.05 <0.05

ROy
HO O/\/
Br Br

*3 HEREFERER KR BRG]

Table 3 Dilution rate of coating antigen and antibody by

checkerboard method
Ab
8 1:1000 1:2000 1:4000 1:8000 1:16000 1:32000
1:20 3.1699 3.0932 2.8453 2.6324 23568 2.019 8
1:40 28012 25998 25430 23562 2.0193 1.590 3
1:80 2.6598 25012 23093 21099 1.7609 1.129 8
1:160 24012 2.1490 22901 1.8632 13412 0.8531
1:320 22091 19102 1.6918 14501 09834 0.5301
1:640 1.6548 1.5012 12401 1.0012 0.5691 0.369 8
1:1280 1.1134 09518 0.7498 0.6101 03598 0.2510
1:2560 0.8218 0.5218 04450 04012 0.2451 0.169 1

SRS IN G BRI N B R A W Y
30% Ve
2.5 [E Bt #& i TBBPA-DHEE #1 TBBPA-MHEE #R /#
iiE2: 0k v

38 ELISA LSRR, 35T DaGobk B i P
FOAA , i IR 15 43 531 %5 B TBBPA-MHEE (%75 M i e
J#£(CK.0.0.1.1,3.10.30.100.1 000 ng+mL™") F1 TBB-
PA-DHEE A9 b5 7 5 ¢ (CK.0.0.312 5.0.625 .1 25
2.5.5.10.20 ng-mL ) bRk, A4 4 47, &
3. TBBPA-MHEE Y TBBPA-DHEE /Y 5% 4+ ELISA 1%
e 2 ([ 6) o iz 7 A I i TBBPA-MHEE (1 ICso
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9 3.51 ng mL™, & PEFEH /2 0.86~13.7 ng-mL™',LOD
770.78 ng-mL™", R*>0.99. % illl TBBPA-DHEE [ ICso
42.76 ng-mL™ , ZAEJE I TE 0.96~8.098 ng-mL™,LOD
40.56 ng-mL™", R*>0.99,

2.6 HE X g IR 5 #F 7K §1 9 TBBPA-DHEE #1 TBB-
PA-MHEE

H T TBBPAs Y] {Z W, 7EZ R IR AS Hh 1y
A HHGE , SR X T TBBPA-DHEE/TBBPA-MHEE
FEIREE o A G LR IE R . AU Lin SR 1R A
— ¢ BFR ) 48 Ji] [l 19 1 3 A A o ) 1) TBBPA -
MHEE , % £ /£ ND~13.7 ng- g DW ; Zhang ZEPOE4A T
TN SRR T HUIE K L B SRR GBIK K FA
K, I8 ELISA J5 35 X R BE K FE SR T 7 Al , & 30
TBBPA-DHEE/TBBPA-MHEE f4 £ 7£ 1.5~7.7 ng -
mL™",

IR 77 6T 23R [ 2219 BFRs A 77 1, 24 1
A Z K TBBPA K HATEN A T.T . T 20164F 8 /]
S AR A6 T 542 77 BFRs Tl X e J&] 1 B 385 %
FEXTFEACR 1.8 H B 21 iy b PR R K O ik, FE R
57 1) ELISA J7 3% & il #£ 4% tf TBBPA - DHEE F
TBBPA-MHEE. 73k 4 1 % ¥ TBBPA-DHEE/TBB-
PA —MHEE 7£ /K # K5 2 80%, £ H ik JiE 78
1.759~15.45 ng-mL™", H3EREA A H R K 100%, K
W BEAE 1.12~6.75 ng- ¢ ' [AlA, R EST-MS X 3%
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% 4 IREHEAH TBBPA-DHEE #1 TBBPA-MHEE iR B
Table 4 Occurrence of TBBPA-DHEE and TBBPA-MHEE in samples

ELISA ESI-MS
P ==t TBBPA-DHEE/TBBPA-MHEE TBBPA-DHEE TBBPA-MHEE
Sites IKRE +EREA JKEE IR KR T gEAEA
Waters/ng-mL™ Sediments/ng- g™ Waters/ng-mL™ Sediments/ng- g™ Waters/ng-mL™! Sediments/ng+ g™’

X1 1.759 1.12 0.832 1.343 0.181 ND
X2 2.445 2.96 1.363 2.098 0.567 1.34
X3 15.45 6.75 14.97 4.67 0.331 2.13

SS ND 1.54 ND 1.234 ND ND

F 1.857 3.09 2.052 2.672 ND 0.458

H: ND FoR Rkt .

Note: ND means not detected.
SERREARDEDT TR, 2555 ELISA HA BAr M —3K
PE o HZ, B F BT 3R 15 () BT A& X TBBPA - DHEE Fi
TBBPA-MHEE ¥4 B4 i iR A GE 7 , P ST 19 ELL-
SA J5 B Y J& TBBPA-DHEE F1 TBBPA-MHEE A
SR TR SIS T TR K R )
JoT BT, T AR S R A AR D T i TR 2B A R bt
SEH R

3 it

(1) IG Bl % TBBPA-DHEE £ 41)5 D5, Jf:
W5 Ds 53R 11 BSA OV A BIBRZE A ; s /N U
TE M 5, R 2258 98 £ AR il %5 1 TBBPA-DHEE
TEREBUIAR SRR, 28 55 58 X 5 BB RIS AR IR B 1R TBB-
PA-MHEE Fl TBBPA-DHEE, Jf 5 H fth TBBPA 25 {1
YA 58 XN 5 55T H e BE SR DaGe, 37 T ELL-
SA J5 i A S5 5, HEE X TBBPA-DHEE [ 1Cso Fl
LOD %3 51 2.76 ng-mlL™ 10.56 ng- mL™", %[ %} TBB-
PA-MHEE 1 ICso 1 LOD 73 5 2}y 3.51 ng-mL™" #10.78
ng-mL"O

(2) DAEEST 9 ELISA J7 iR 111 A8 73T —
K BFR 1] J& 31 () KRR AN - HERE A, % B TBBPA -
DHEE/TBBPA-MHEE 7 7K £ w7 K6 Hi ¥k B 78 1.759~
15.45 ng-mL™", HIEREAC R HY R B AE 1.12~6.75 ng -
g o IR G IZE S BT O v I A ST R IR BT RIS e 1 43
AR AR TR T XU PG SR A T A B R R T B
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