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 E NHEHAEIC(SPE ) -5 80 AH (RS - 5 5 = PUAR BT T RS (HPLC-MS/MS) £ AR, g 57 T #i K
10 FliA 2 (A IE ER PR Sk Shfefadh L0k P A B R IR E E G R T E
R PGHEREN ) 1Y TR DN R KRR LT HLB /MR B A I IR, LR AR @54 Shim-pack XR-ODS. A 4347
K, I 0.1% P R -7K 75 W R 8, SR ] HPLC-MS/MS 22 52 o7 Waiill ( MRM ) 25 155 5864 T 200 45 SR 22 1
FREEST 5 B0 7 B PR (MDL) 2N 0.0056—3.9675 ng- L™, JE AR BIER K 50%—127% , F-47E i [ A7 Xt
FREMmZEI/NT 1% (n = 6) %7 IR PR 8 v, A BRAIG, BERE 6 2 I e Hh 3R /K SR s i Ak
FIE IR B0 R N FZ O LI RE T A6 5 X i T Rk i EaR 10 R A0 5K B R DL,

KA AR, AR, SS0HOE- RIS, WK, BTEY.

Simultaneous determination of 10 antibiotic residues
in surface water by SPE-HPLC-MS/MS

SHI Xiao' BU Qingwei'™ WU-Dongkui' YUN Mengqi' HE Xiaofan'
LI Wenchao YU Gang®
(1. School of Chemical & Environmental Engineering, China University of Mining & Technology-Beijing, Beijing, 100083, China;
2. School of Environment; Tsinghua University, Beijing, 100084, China)

Abstract; A rapid analytical ' method for the determination of ten antibiotics including trimethoprim,
ampicillin, cephalexin’, " cefotaxime sodium, erythromycylamine, roxithromycin, spiramycin,
sulfamethoxazole , clarithromyein ,and sodium fusidate in surface water was established by using solid
phase extraction ( SPE ) and high performance liquid chromatography-tandem mass spectrometry
(HPLC-MS/MS) . Samples were passed through HLB cartridges in order to extract and purify the
antibiotics from surface water samples. The targeted antibiotics were separated on a Shim-pack XR-
ODS column using water with 0.1% formic acid and acetonitrile (V :V) as the mobile phase. The
antibiotics were quantified under multiple reaction monitoring (MRM) mode. The method detection
limits ( MDLs) were 0.0056—3.9675 ng - L™'. The recovery rates were 50%—127%, and the
relative standard deviations between samples were all below 11% (n = 6). The developed method
could meet the need for the detection of antibiotics in surface water samples, because it is simple and

accurate, and has low MDLs. The method was applied to the determination of the ten antibiotics in
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surface water from Qinghe River in Beijing.
Keywords : antibiotics, solid-phase extraction ( SPE), high performance liquid chromatography-

tandem mass spectrometry ( HPLC-MS/MS) , surface water, emerging contaminants.

PUERE NS @RS AT P IR IR R 2R 2 — BN SUR AR 3R A A7 R fil
FHRE i HAFAER HUAE 2 MRS £ 3 A 8 4 o) J0 7 0 3R AT 3 ok N sl i o HEE A 45 38 Ak

BRI JFRERE S C T 25 B S FUE B T2 A5 0 o) X AR 25 R 8 B N MR R SR K
BTEM G .

PEARR HUAE BRI WA R K VRS R SRR R R B Iz M RS R, A bk R
(LR AR R T ST RIRE R LIRS ) A KR v S B AR (v O i IR S 4
Az AR TR (B FH ) (AN DU PR R 245 ) s A8 2 IR B A0 TRy 3100 R B R A &R
W R PR TG Y f it 1 IR SR BRI (ER BT I MR AE R O D BU LA T iz B
BAB R, B R 2 E — i T NE B IR 2R E RIS e v Bk,

BT SCERAAT, 255 2% TR BT AR R 07 5 MRS BT 10 B HARPUA R R 4, Hoh a4
T 25259 2 i, FH AR BE (trimethoprim, TMP) fiff i HH 2% ( sulfamethoxazole , SMZ) ; KIF N RS 254)
(AR 7= W) 4 Fh, $2 € % K ( spiramycin, SPM) | 3% $i % % ( elarithromycin, CLR) . 4L % i%
(erythromycylamine, ETA) % £L8: &K (roxithromycin, ROX) ;8-INEEREZRZ5%) 3 Fh . &% PE MK (ampicillin,
AMP) k95K (cephalexin, LEX) SkAIBENG4H (cefotaxime sodium, CTX) ; PTELEZEZ5%) 1 Fh . FE P4 Hb
fi24M ( sodium fusidate, SF).ETA SPM il SF EA 4w T AEK AR AR W 8 VE 76 g - mL ™ 93k B2 ZKCF TR
Al K A S 7 A e R R AN s A e B B A 3R A R A 4 R R A A 300 I RS 2
TMP .SMZ . AMP LEX il CTX J& T = /= 9 it (4F 7= T 1000 i) .

A SCEF XU HARUAE R AT T IAE MR IK i R Bs  AAsil vk AR i — 20 48 R B
S 2R 22N 15 YK P RN A A 25 XU S At A

1 #ES 5 ( Materials and methods)

1.1 AR SR

[E] A 2 L 25 2 B ( Supeleoy 56 5] ) 5 1R SO0 2335 1 - = 3 DU AR AT 5 335 {356 ] £ 48 (HPLC-MS/MS,
Shimadzu , HA) | EARED Boh : LC-30AD x 2 Hi i %, DGU-20A5 7 £k it ML, SIL-30AC [ 2k FE 2%,
CTO-30AFEIRAS , CBM-20A Z Geda il % , LCMS-8040 = T DU AT T 1% 4% , LabSolutions 1% T4 3 ; 1 7H
W BRAX (VLT3 B L7 Sl AR AT BR Y ), i ) 5 WA (AL st BB A BRSTAE A A, i ) 5 i ivs
TRA A (VLR THAR DL RALE 6l & A BR A A, ) 5 Oasis HLB 7 & AH 2 U (500 mg/6 cc, Waters,
M) ;0.2 pm GHP AT Skad 8 2% (Pall, 3 [F) ; B IEARE ( H42 142 mm, fLFE 0.45 wm, Millipore, 3
) ;A A A

PRI HEY) BT TMP ,SMZ ,SPM ,ROX ,CLR 1§ H #&[E Dr. Ehrenstorfer 23 7] ; AMP | LEX It [ Kk 4
European pharmacopoeia 23 7] ; CTX W H 32 [E A ChemTek 2 ] ; ETA W B A £ 5 25 i %8 2 WF 55 Bt ; SF
) 5 % [E Key Organics 28 Fl s NFRI I TR TE E E V(PENV-dS) i ACFTar 8 R (AZM-d5) g 5 &K
Toronto Research Chemicals 23 ] ; i A VD 2L (NOR-dS) 4 H SE [ Sigma 23 A ; (035 4l 5050 s 206 |
FH R Y570 B 35 [ Fisher 23 F].

FRUEZS IR A BC ]« 2 BITERA PR 20 mg FIPTAE R ARAES T 20 mL (O 3EAR e A28, AMP \LEX H
CNE-IK (11 B, HoAth H AR B AR 35 I S NG BE i, A v b i 8 VR S PN s i 8 Y %) I o R 48R
1 mg-mL ™ MEFIFEE 10 WL (& ARIAE S 1A 2 COSPREAEAI, FH QB BRI | pg- mL ™ BYPLAE
RIRPR TR W I 10 wL B AR & 2 OISR FEAEARN, FH IR BEBC S 1 we - mL ™ (9 AR
TARH.

1.2 FEAhTTAL B
TR AR IS % J 28 0.45 o 37 38 21 245 8 2o D8 v 0 1 O 407 1000 mL 4 5, 43 5 31
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2 ZUKIETY pH (2 2.5.7.0, 2R 1 HLB(500 mg/6 cc) [BAHARHUNMERS AKHE H i) HARY) BEAT 5 4. [ 4
AR AT, RUCR A 8 mL HEE 8 mL S 4li7K i1 is 4. G AL 58 05 , LA/NVF 5 mL e min™" B 3 0K 7K
RE AU, ERESE RS, 6 mL (R 4B /K I YE HLB A, 3l B 25 T4 30 min LAZEBRIRAK IS, & R
FEAKFERY HLB A 12 mL FHEEPRE , & 45 TP /KRR HLB A 8 mL HHEEVERR , YER R 43 BURHE T K-D
Wedignh , AR/ AR EIE T, A 100 pL & & MFR(1 peg-mL™ ER TAER) , A 0.9 mL &40
AGER  IMTERA G 2 GHP AN JE 48 U8, B T 4 CUKF N EDELRAE , £F HPLC-MS/MS 4347

1.3 Hr&fE

38 55 . Shim-pack XR-ODS 2 AA 54 (2 mmx75 mm,2.2 um) ; WA A:0.1% T R-/K WK , 7
ShAH B Z M BRBEVE ALY :0—2 min B H1 10% T+ % 30% ;2—6 min B 1 30% J+ & 85% ;6—8 min {443
7 85% ;8—10 min B H1 85% %% 10%. %%} 0.3 mL-min™", #iFEE N 5 L.

JRE A AL B TR (EST+) £ (PENV-AS BRAM) B TR D R -3.5 KV R IR 250 C,
TNHAEEER BE 400 °C, LA, WE 3 Lomin ™', FHESEHE 15 Lemin™' | AR S AR N
.

WA X . 245 22 SO Wl ( Multiple reaction monitoring, MRM ) F##i#X, flLfb /% 10 FhirA: 2 BBk
FiERmS5(%£ 1).

®1 HEY AR MRM AR 280
Table 1 MRM parameters of target compounds and internal standard

mEEE TR BET TET

CAS =& &9 R Retention Molecular Precursor Product Q,l Pre CE/eV Q,3 Pre
Pharmaceuticals . . . . . Bias/eV Bias/eV
time/min weight ion(m/z) ion(m/z)

69-53-4 AMP 2.189 349.41 350.20 106.2 " -17 -19 -19
192.2 -17 -17 =20
738-70-5 T™MP 2.198 290.32 291.20 230.2" =22 -23 -24
123.2 -22 -30 -22
15686-71-2 LEX 2.248 347.39 348.20 158.1" -17 -13 -29
174.1 -17 -16 -18
63527-52-6 CTX 2.764 477.45 456.15 396.0" =22 -11 -28
323.9 -22 -15 -22
26116-56-3 ETA 2:815 734.96 368.35 83.2" -18 -24 -16
115.2 -18 -16 -21
8025-81-8 SPM 2.936 843.07 422.35 174.2" -20 -23 -18
101.2 -20 -23 -19
723-46-6 SMZ 3.871 253.28 254.15 156.0" -26 -16 -29
92.1 -26 -29 -17
81103-11-9 CLR 4.101 747.97 748.65 158.2* -38 -30 -16
590.4 -38 =21 -22
80214-83-1 ROX 4.233 837.07 837.55 158.2" -32 -40 -29
679.5 =32 -24 -34
751-94-0 SF 7.013 538.69 539.30 479.4* -28 -19 -24
1015856-57-1 NOR-d5 2.313 324.36 325.25 307.2* -16 -22 =21
281.2 -16 -17 -13
- AZM-d5 2.789 753.98 377.85 83.2" =30 -26 -15
115.2 -30 -17 -11
- PENV-d5 4.999 355.4 354.25 213.1" 16 9 22
98.2 16 23 17

. o F 8T BT (Daughter Ton for quantification).

2 R 51718 (Results and discussion)

2.1 [RAEBEREA
ABIEFE X ACRE pH DM ) 14 28 7Y B T 25 nT BE S ] [ AH A€ BUSCR I L BN K47 T 5 %5
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B 1 XFEE T KRR pH AR 2.5 F1 7 BRI BT AR A9 NSCR (PR 77 0 F B 10 mL) .pH =2.5 B, AMP |
LEX .CTX .ROX & ETA (SRR 57%—99% , & = T P 544 pH =7 B}, SPM ,SMZ .CLR . SF ([l
ORI S 2 A T AR 2, S 90%—110% ; TMP 78 R M Jz bt 544 R 1 BSR4 155 F 90%. R,
TMP ,AMP LEX .CTX .ROX .ETA A9 Hr R FHIR ALK FE ; X SPM SMZ . CLR \SF F 4381 2K FH ik K .
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Fig.1 Effect of pH of water samples on the recovery of antibiotics

AT VML R H R 1% F R - R 2% FP TR - P B ot D s D AL I8 s %6, 45 SR n ] 2 s Uk
JiE 350 44 10 mL, TMP  AMP \LEX .CTX .ROX & ETA fJ7KAE pH (HI87 A 2.5, % T20Hr SPM SMZ
CLR SF FJ7KAE pH (B IR5A 7.0. B A 90 10 205 S i 35 O LAt R M v 70, B A i) Il 32 579%—
107% XS FREN 254 3.4%—8.1% .25 ik | i 1T PR WEAE el s 70l i, 2% B bR 34 5 B i v bt
R B R AN B e B Y A R R I 7).

H fi% methanol
B 1% H ER-H B 1% Formic acid-Methanol
2% HER-H % 2% Formic acid-Methanol
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Fig.2 Effect of different elution solvents on the recovery of antibiotics

S ABER 7] 8 mL 10 mL 12 mL AP it 64T R et e ikas , 25 R il 3 7K. TMP  AMP |
LEX ,CTX .ROX [ ETA By/K# pH {HIA R 2.5, F 7431 SPM SMZ ,CLR ,SF #y7KAE pH {1545 K
7.0.%F FRRALAL B RE Ve S AR [, TMP \ROX \ETA (% [ #8322 5K K (H AMP \LEX ,CTX
) TR AT S5 00 72 L R 390 FH R 12 mL Rk 380 oo 0 A B A A i, W O 8 390 1 P 1 A 0 14 T
ORI K, % JE RN T4 SR SEAb BR8], 6 2 T i s 40k R AL AR IS K AR 4 HIB & 45
K 12 mL B EEBEA T BRI ; AL R AGRE Sh 45 HLB & 52K BUS R 8 mL Y A4 Ay BRI 75571,

2.2 LC-MS/MS &14k4k

KRR TTIE A TS S, AL 45 MS(QI Pre Bias) MS/MS(Q3 Pre Bias) & CE 5241 1d

m/z A DUE B B R T — ST 4, i e i B e R 1 4 1 B8 AR R B B 1 EST+AR X
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T, SR 25 BB 72 LI M+H | ERAEAE, T SPM ETA L[ M+2H | B A7E7E, CTX WA M-Na ] I
AAFFEESI-BC R, PENV-d5 VL[ M-H ] 8 AEFE. 8 € BF 2+ ), A5 6l 43 H R ( Collision-induced
Dissociation, CID)fifi 155724 A: il 7 851, For , [R]— 2R B 2454 HoA SRR A R s 7, a5 48 X0 1 AH 7]
BB TRRRE TE HENER TET, AN FE TN ENE 7 BRI TS SE0LE 1.

r S8mL B10mL @ 12mL
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Fig.3 Effect of different volume of elution solvents on the recovery of antibiotics

ARG B InertSustain C18 (250 mmX 4.6 mm, 5 pm) Shim-pack XR-ODS &% (2 mm x
75 mm, 2.2 Mm)iﬁﬁ?T[ﬁ[ﬁi—&.éﬁ%%@Eﬁ,InertSustain C18 @%EN%M&E%%%%@&%X&,W Shim-
pack XR-ODS (3541 il S H AR R 4F 7355, 10 P A= 2 A MRM (35 &I 4n (&l 4 ffis.

AZ 189 AMP
AZ. 198 TMP

L \ " \ \ " \ \ " \ \ \ " " " \ )
A 2.248 LEX

A 2.764 CTX

A 2.815 ETA
AA2.936 SPM

A 3.871 SMZ
A 4.101 CLR
A 4233 ROX

SF ATOI.’)

0 05 10 15 20 25 30 35 40 45 50 55 60 65 7.0 75
t/min

B4 10 R R 2 SO I (MRM) (55
Fig.4 MRM chromatograms of 10 antibiotics

CABFIERI AER S I A D WP AT R T 88 1 0 2R AR B 9T U T R Ak (0. 19% Y
PR-7K IR 0.2% IR -/K I WA I JOHLI S AR A, T | SRR HLI S A B Xt 10 Rt A= 20 s ACR
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FIRENR . A5 5 2R B, 0.19% F R KE RN TN AH ARG WA B B, 4 BEACR e, W 30y, 1A
A4 FE PR .10 Tl A W B (04 B ISP I] 2—7.5 min N A8 €8 584 DUASEAIE T — YR 18 SRR AG 0 114 v
WPk, AWFSE I B IE T E S 11 min.

2.3 [ AR R R
PERRITARBUAE AN NARY X BARY) BTk AT e 5, 264 NOR-d5 2y TMP \CTX B NARY) , AZM-d5
ETA .SPM .CLR .ROX HJN#54, PENV-d5 y AMP LEX SF K SMZ i NAR4. LL45 H AR5 AR i
T FR 2 R PN AR AR S5 VR 35 SR 8 A A 22 il A il 2.
EN R BORA bR A% £ W0 ) 0.05.,0.1.,0.2.1.5.10 50,100,150 .200 ng-mL ™" () &5 TAEFRE, 4
TFREITZE. 10 BRI T RAFMZNEE R (R?>0.995) .10 Fhi A= Z A [l H 7 F2 436
A REILF 2.

®2 PUEREIAT R LML AR R KL

Table 2 The regression equations, linear range and correlation coefficients for the antibiotics

bk 17 L R
Antibiotics Regression equation Linear range/ (ng-mL™")

AMP Y = (0.0421251)X-0.0086 0.1—200 0.9987
TMP Y = (0.0259579) X+0.1042 0.05—+200 0.9961
LEX Y = (0.0124509) X-0.0184 0.2—150 0.9975
CTX Y = (0.00567848) X-0.0029 0.2—150 0.9961
ETA Y = (0.0143463) X+0.0203 0.05--200 0.9997
SPM Y = (0.00543043) X-0.0002 0.05—150 0.9999
SMZ Y = (0.0432109) X+0.0340 0.05—200 0.9989
CLR Y = (0.0250930) X+0.0348 0.05—150 0.9989
ROX Y = (0.0124249) X+0.0220 0.05—200 0.9983
SF Y = (0.000614439) X+0.0021 1—150 0.9945

B 6 AN HFE KRR S R I, bRk BE 25 RIS (b L i K, 5 AR [R] A8 7 i it A 7 AL B 43, AR 31 b
e FE TR INAR BDSCR AR AR R 22 , 2558 WL 38 3. 30 A 3L g [DISCRIE FIFE 50%—127% 2 18], A1
X PR 23 /N T 18%.

3 HUERIE AIMPRREFUINAR IR (0 = 6)
Table 3 Recoveries of antibiotics in spiked surface water and pure water samples (n = 6)

IR Recovery/ %

ENAEE N

Antibioticd 25 s HRNNAR Spiked surface water at various concentrations
Spiked pure water 30 ng-L7! 80 ng-L"! 150 ng-L™!
AMP 58+6 5427.5 5329.1 54x4.5
TMP 120+10 122+6.2 117+6.0 127+8.2
LEX 56+4 50+6.5 53210 54+8.4
CTX 113+30 119+5.4 104+8.0 10410
ETA 69+15 62+11 70+3.4 60=11
SPM 6620 86+3.6 91+7.8 82+8.5
SMZ 123+10 123+7.4 121+1.8 126+3.0
CLR 125425 121+8.9 126+7.8 119+8.5
ROX 88+26 109+5.4 96+7.5 90+3.5
SF 85+15 92+6.1 9111 91+5.8

DL 3 515 ME 1L ( Signal/Noise,, S/N) X (e A 78 46 H B ( Limit of detection, LOD) , LA 10 f5{5
WY (S/N) X7 R B RS 5 1 BR ( Limit of quantification, LOQ). 74 i FR ( Method detection limit,
MDL) HR 4525 H ARk G4 B {30 A0 HE FIR | [0 e 3 /0 v 4 4385 25055 0 o, 45 2R L& 4.1L.0D Y il Dy 0.0022—
0.8583 ng-T."',1.OQ JEFIJ 0.0067—2.6009 ng-T."',MDL i 0.0056—3.9675 ng-1.™".
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R4 HUERIVEAT R GHE R 7 A i B
Table 4 Recovery, limits of detection (LOD) , limits of quantification (LOQ)

and method detection limits (MDL) for the targeted antibiotics

i/ ZE Antibiotics LOD/(ng-L7") LOQ/(ng-L™") MDL/(ng-L™")
AMP 0.0842 0.2552 0.4264
T™MP 0.0022 0.0067 0.0056
LEX 0.3079 0.9331 3.0945
CTX 0.1984 0.6013 0.6604
ETA 0.0517 0.1567 0.1272
SPM 0.0202 0.0612 0.0498
SMZ 0.0490 0.1486 0.0971
CLR 0.0042 0.0127 0.0071
ROX 0.0087 0.0265 0.0225

SF 0.8583 2.6009 3.9675

2.4 SEBRKEESHT

T 2017 4 10 H RAEIL 5 XIE T R AOKAE R AW DL AL L i 5 iR XK RE v 10 Rt AR R
HEATAGIN , 5 R A% 5. 5% SPM (LEX | SF Ab, HAth 7 it 24y X5 47 A [ #4229 A5 e TMP  ETA CLR \ROX
SMZ Fz tH vk e 458 v , Joe e YR BE 43 311 )y 84 154,221,224 308 ng- L' .CTXGAMP ¥ FEREAIK, 533 7E n.d.—
5.4 ng-L™" \n.d.—3.5 ng-L'JEHIN.

RS W AAMUERIRIE (g L', 0= 20)

Table 5 The concentration of targeted antibiotics in the Qinghe rivers (ng-L™", n = 20)

TMP AMP LEX ETA CTX SPM SMZ CLR ROX SF

/Ml <MDL <MDL <MDL <MDL/ <MDL < MDL 0.71 <MDL <MDL < MDL
Bl 84 3.5 < MDL 154 54 n.d 308 221 224 < MDL
25% 5340 5, 29 0.94 < MDL 30 1.6 n.d. 54 82 68 < MDL
E 38 1.7 < MDL 47 2.1 n.d. 80 118 103 < MDL
75% 5350 15, 52 2.6 < MDL 56 3.7 n.d. 134 134 142 < MDL
SD 25 1.2 < MDL 33 1.5 n.d. 78 65 67 < MDL

SCHRA AT 2 B, TMP | LEXWSMZ , CLR , ROX 75 3 [ /R[] X S5 4l 3 /K v ) A2 K B B 2 4
T 3R 6 X L T ARSI Y K TR A Bk B KT 45 SR R B, VT b K (AR SE) TR Y
TMP ¥ B 7K -5 [ P 22 B30 Srdf el 2 2 v el e K v LEX A9 e BE /K P 39K T ik i i PR, iX 5
Hong 25438 (R SEVT AR LEX T3 YLk F2 > 8 5 35 (05 T o 6] 76 s A 22 )0 o /K M e B /K ROX
FE TR [ 3 K s T AR, W VI BB A T, AR5 BT A ) 375 9T e K TP TS e ik BE AL T o
S T K B R 254 SMZ AEAS [ 30TT H3e /K b BRG: HH I B 22 SRR #7732 18 P o v A e
AU 1.1 ng L7 FE7 ARERTT B S K W R 1390 ng- L7 V5[ MK (ASBIFSE ) Hh SMZ (3 i
FORMEA T W 22 8], 5 B N HA A BRI A H , ASBIFFE 7 7 ] 26 K AP AR HE £ CLR R b T &0 L
K- (F6).

R 6 PRI K AR A B IR

Table 6 Concentrations of antibiotics in surface waters in China

P S5 Fl Concentration range/ (ng+L™") B
Sampling site T™MP LEX SMZ CLR ROX Reference
F T, n.d.—16.1 n.d.—155 [20]
FERIK 2 Tt n.d.—87 n.d.—16 4—92 [21]
VG, b 0.2—20.3 0.8—78 [22]
W, b 0.4—9.6 4.1—283.1 [22]
SIS 4.7—271.3 85.6—208 [22]
W | R <LOQ—120 n.d.—130 <LOQ—630 [21]
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£3%6
SRRE VL Concentration range/(ng-L7!) SR
Sampling site T™MP LEX SMZ CLR ROX Reference
A PN n.d.—8 n.d.—6 n.d.—12 [21]
TR ET, K 21—33 9—24 12—48 [21]
T, K n.d. n.d. n.d.—48 [21]
AT PN <LOQ—230 <L.OQ—3700 [10]
LARW, LT 1.4—18.2 n.d.—1.1 [23]
KLl ,iL T 18.1—121 1.1—10.8 [23]
WA T, LT 5.3—95.4 2—26.4 [23]
JEMVE | IL AR 1.3—330 n.d.—1.5 n.d.—1.2 <LOQ—1.5 [24]
ERIEVT W n.d. n.d.—10 [25]
SR, EIR 5—7 7—10 <5—39 [26]
B, E R 6—8 <5—6 <5—29 [26]
BRI, &R 5—150 40—1390 n.d.—180 5—230 [11]
BT, TR 56.4—605 [12]
AL, vy n.d.—3.77 n.d.—3.4 n.d.—0.72 n.d.==0.53 [27]
KFEW, T n.d.—1.3 n.d.—0.35 n.d. n.d:—0.35 [27]
SO fE g n.d.—47.2 [28]
JURTT, fe n.d.—124 [28]
FIHIT, i <LOQ—62.4 n.d.—9.9 [29]
1) AANE Y n.d.—776 [30]
AL F) W Hs , A s n.d.—216 6.1—493 n.d.—8.6 n.d.—47 [31]
T, AL <MDL—84 <MDL 0.71+-308 <MDL—221 <MDI—224 BN

3 %518 ( Conclusion)
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PR A 0.0022—0.8583 ng- L™, F¥EKRHFR 4 0.0056—3.9675 ng- L™, i S H1 2K th ik RIRE M EOR.

(

2) e A DX TR i ) ) K BT AR R BRI e R B, 10 FR BT AR FR ARG B D

n.d.—308 ng-L™".
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