_52_

BEBKPOHEF DI

Analysis of Antibiotic Residues in Swine Wastewater

WEEED T Eh B e
JiTa AR
Misako TAGIRI-ENDO, Takashi HATAKEYAMA, Tomoyuki NAKAMURA

Kazuo KAWAMUKALI

FE OB BT 2 MEADEE LIRS 2 20 0REZITo 720 FEGKE L 27 A4 2 EMME -LC/

MS/MS 12 & 0 A TS A5 BB LD,
BEYNIK TR iR *ﬁtﬁéﬂé@ﬁ#m\&)%ﬂt#,
F D53 RN TR T DR

F—7— 8 HEH

LBEERKOFHBEOPIHFEE 2 ME L7z, HHEDOLWHIRHANIL
TR AR DR T PTR A O FESH I
B L TWhEEZ N,

LY ERLZo TV, PR

s IRE1HK 5 LC/MS/MS 5 * » 5 4~ BEFEHIE

Key words : Antibiotics ; Swine wastewater ; LC/MS/MS ; Online solid-phase extraction

1 (FUBIC

EPIF kBB 2 6 & F & F R EREEF OB AHRE
ENTVD, —AIOEERETIIADRE : AHE
I EIIZIEOMBESS 5 & &, BIWHERLT
WXFEHER & b2 g OEER RIS S
LHEFANEE SN TWD Y, EEHOTH T IUHEANIE3E
HIHPEE Oz SR T eaBaeshtgy, 7
FEZ PR ) BRI LR WS D E Lvy, HIREHIO
FEREIXEWAPNANEO 2/EEETH Y, BEEIKA
BARBIZBWTIE, BE2LHHESNAPEAORZIT
BLTBLZEDPEETH D,

AR TIEPHE 19 FF LS, TFRALIRK,
HRIZDOWCE PR A % i & L7z RE RO
HEEWFT L L LI, ENSERGHOGAIRTICD

THRE L. TAKEAD 51X, AHOHMBEHITH 5
yoyaa<sAyy, LR7OFHFLr, AT 7EY
T rA8200ng/L DL S, MR THE I LTS
Bl AR TH o2 Y T72, HERKERIEY
LT HHITOWAKE A7) —= v Tt Lz e 2
5, FFICEREICRB SN EEREFROIFLZ 21T
ol —F, BEOWMIEAD S 100ng/L UL
Frth S PR HI DAL L 720

Z TR 20 4EE L, EEOPKMHEEMICBIT S
HEAOMHEZ RS 2 7-00REEITo 72, LIIEE
HKRzE I T4 v EAEE - LC/MS/MS 12 & 1) R i
M B S 2 ML LS Y L7zo AHTIIAS
Bk, BELNKOFHBEOTREAILEZME L
7ot B & T IER QPR A O 4347 5k & ET L 7oA
IZoWTHE T %,

WK, Hé
box

e

* 1 B AR R
* 2 B BEBUEGIE TR e R
* 3 B R MGRELRGLE M

2 B &

2.1 KERE LU ITHRME

WBRNOEE (248 HEFEFH L T 5B f
BE1IBLUED 2mnbskaeFEH BT GH, 8H,
104, 1H) ZHAKRLEEE Lz, BlESRWEIL
ETHfpINTWwA 7V Tz =a—)b, Y ravf Ty,
FEITFIIHA Y ALY NV ARL) L E LT

2.2 DirEH

LCiZAgilent1100 ¥ ) =Xz v, ML T L1
QOasis HLB (2.1x 20mm, 25um), #7541 Agilent
ZORBAX SB-Aq (21x100mm, 1.8um), B &4 02%
FWHEeTEb=bMINVOTT Yy MERE L, BUEHE
A w13 100ul & L 726 MS/MS i Applied Biosystems
API 3000 & V372 EWE DO MS/MS §:4:13 F 2 1R L 720

2.3 KEPORR

eI, EOGBER, TA AT T4V I—TAHBL,
I A4 YEAAME -LC/MS/MS 128t L 72, SRk
FEAS1000ng/L 2B 2 A1, k% 10fEAML T
BESN L7z dmatEH iﬁfﬂdﬂk 2000, 1000, 500,
100ng/L & 7 % & 95 ICHEEEE T A N 2 CRIBRICHERAIE L,
PUBHR R B R TR L 72,

2.4 TEHNOBPHEAE

HEALSRAL O TR O 72012, PFUHEFNEGEO v 1
FEHUEE HWTC (mnlilll)laﬂc%ﬁ%ﬁo 7o BETR S E X

O~® : ismm. O : w#. (): 57— = A
1 BECHTBRAEH



_53_

55275 2009

REEv 2y — A

B R PR

L T HE AN /8u- T

aN aN aN aN aN aN aN aN 0G6¢ anN aN anN aN =41
aN aN aN aN aN aN aN aN 000°C aN aN aN aN gl
00} |[ANOST.UN—
aN aN aN anN anN anN aN anN aN anN anN anN anN HS
- - anN anN anN anN aN anN 0cl anN anN anN anN EHS
anN anN 0ocl 0¢¢ oLl 0§ 0€6 06 0L6 19 006 00L'G anN Hl
aN aN anN aN 00l 69 68 06¥ 000°¢! €8 0¢s 00L'L aN ol
h h 05 ~onpg——
aN aN 08l 00€ 0cy 089 089 009°¢€ 000 L1 06 0v6 0€8 anN Hs8
- - 06l ove 09¢ (1157 029 00061 000°Cy aN 09¢ 00’1 aN HG
aN anN anN anN anN anN 0G€ 0021 009°¢ 002°1 000'9% | 000°0Z¥ aN =g
anN aN anN anN anN anN aN (074 00061 00L 000¥€ | 00009L aN 001 NG gol
: _ : CLaxk
aN aN anN aN aN aN aN 08l 0000¢ 0L€ 00001 | 00000¢ aN HS8
- - aN aN aN aN aN anN 00081 08¢ 006°¢ | 000091 aN HG
aN 0LL 00LV 00L'y 00€'9 00¢'y 000°L 0005 000°0S | 0056 00079 | 000°0l¢ oLt =48
anN 1€ 09¢€ 0y 09¥% 0Ly 06€ ovl 000%S 066 0G6€ 00006} 69 ~| Hol
0l S
aN €8 00L 019 0GL 069 0€s 091 000°0¢ 002°C 0€¢ 000°¢6 069 chaesn 8
- - 000°L 002°¢ 009°C 008°C oov'L ocl 000°¢¢ 000 002C | 000'00¥ ovl HG
aN aN anN anN aN ocl oLl anN aN 0G6¢ ool'e aN aN Bl
aN aN aN aN anN anN aN anN anN anN anN anN anN A—E EOl
001 — —
aN anN anN aN anN aN anN aN aN aN aN aN anN —Tcarmc HS
- - aN anN anN aN aN anN aN aN aN aN anN HS
O O v
EINE [mE NCHR | NegEmp NOYEE COYERY NeEEX Bi— AL
urt nurt = =% R 7
uﬂun_l@ Mnun_l@ e ’ q H@MV_NJ /.\.mhhv_NJ N — . C — 1 C " S xh, L4
_H_MnM._ﬂ@ ﬁ.@we Nm?._\.m”@ %3.5@ = N@ QI@ . DI@ e/\K@ K«wm_@ QK@ uﬂn_|@ M.M_U_l__u_n__ﬂ* n__nm_u...mm_ Ew.mm
[ Lt WA M| e FINNE (114 s <24 SEY BT

FHFEEUOBESE C {1922 g0kt

-



_54_

KR S OMIRED D Loz 7BV T 20— vk
B AW Liee SPHHTEE, KBREHIIEL 72

3 BREEE

3.1 KEBDNH
HamKEREEO~ M) v 2 ADELR ) MS/MS
TOMMREARDNC X ZHETE, EEREREZ 55
TENTERV, — T, MWABEOREIRENKE R
%% (1,000,000 ~ 10ng/L &) 720, EH#ERMEEIC &
B4 7 T4 EARIEIZEREEM % B, £ 2T, 4
YA v M - LC/MS/MS 12 & 0 4hrd 5 i
B LAY. REOH TR 100~10ng/L TH
0, AT REAR R & B ELEE I 87~ 100%, H M 21
~12%, HEHEBME6~17%THh -7z RFEIZL ) HE
THA I N T W5 5 FHOTR A OHEKH OFEB I % 3
L7 7, AL SBREBEINAFTT N THA
sV rBIOY A0 g, RS 2 S PR 0O R
BEMAESHL SN, BERINETRINS OREED
AR TH -7,
FEMFERAEOZ VIR (V) ryaxAyy, +Fv7
FIHA Z) ) FHEKAER O FFATE R IS
Nize 72, BEOIT 77— BLXUIMYELKEEES
9 HAZHEK R OFRAFIREE AN A3 B BRI AT B L7z,
FEIHOPHLRIIRIBICEB T, L3 e o7z, &
ALEEBTHEHLTVWAHBEFNRELZLZ L, WE
EDPEARMEL TR OE W D S PR A OFE IR E WD

&2 MS/MS AIEFRY

—— Precursor  Product ion
ERmE ion (m/z) (m/z)
J0/)L7xz=3—)L 356.02 184.96

356.02 336.00
JoavA4oy 407.20 126.30
407.20 82.27
TxITRIHAHI 461.16 426.10
461.16 201.10
240 916.52 174.20
916.52 101.00
INLRLY) Y 565.37 263.10
565.37 72.10

LB EEAA TR ERIA4
x3 TEAMCKITDMEFIOFRINEIRE
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"f4OS Y 132 50
INILR LYY 114 4.1

n=3; 50ng/giin

A NTzo HEKLELASHLR A O 53 - FHUZRE L Tw»
5T EDRIBEI NI,

PEHIOI B, Vravwfvy, 40 ik
(FABHQ) TENRZ1N 1,000 B & O 100ng/L FEERHR
HaENniz, VravA i, E&obiiis (ks
@©) 2o b END 2 & RPREE T (FKEHO~D)
THWALIZWT E (D 25, ZOHKLEIZX
DRESELZ DL WIEEEbNE, £72, V>
a~< AT UIdTER - HERHRICERE L, BUBEREA DG
BERDUREMOELOND, FF VT FTHF A2 )~
ZEHEB L OCHEHEA S\ IS 25 b S TR K O
J#13 100ng/L Kili TDH o 720 FUEF O 5B AT K
HOREEICERLTWAEEEZ 5N 5,

3.2 TESHODTEHEORE

FHESB O RINEIERER I BT, ARAR D ATl
WLEE) v ax Ay v, BEEOKTHE L8
BlEFAF TN T A ) CORPEEIMED - 72720,
TR & AR OR AW T S 2 TE R BT L 7.
EREMEIK IR T TR & ANk
ST A EERW, HIEEENC 50ng/g N L 7285
AOREINEE, F£31TRT . BNEIL 108 ~132%TH -
720 EBBOMWMRHEREL 5T 261, FhenislE
<MY YT ADRENRRLR L7200, BN OZERIN
L2 EITh I TiiL, BENRKELS LI L TH

Y (T
injection switching
valve valve
pump Q-‘ OASIS HLB ZORBAX SB-Aq I_ MS/MS
auto waste
sampler

2 F 274 VEHBHE-LC/MS/MS DR

L bg
N T UER#RMER (pH4.7)  5ml
0.02M EDTA;&®  5ml
A%/ —)L 10ml
®ES 20 min
HBE®R 10 min
=D B
&
1w 5B
AER&

+t

—

KTIfEIZHR

WEIZIE L TKTE BIZ10H 510045
IZFmR

ERER®I00 1 1120, 5, 10, 20ng/m| DIEHE
Bi&100 ¢ | Z 7

RILTYIR

PNy

T4 A—5iE (0.2um)

EAMK (100 1)

A 254 VERHH-LC/NS/MS
3 HEHAMORRE




EIRIMEBRSE L > ¥ — 4 5275 2009

4 FTEO

TR 19 EEOFTETEEH S O AKIL, MR
HIEETHRERNPES L TV ATREENE W L2
Motz REEE, BEOYIKLHERIZ B 2 ILRHA
OHEZILIRET 27-00REET o7z BFHEKE L ¥
5 4 A — LC/MS/MS 12 X 1) 3L #4812 0H7 5
BB LD, EEHROFEBOPRA & ZHE L7z
EMFEHAEOZWIRA (Vrya~xfsy, +F 7 b
S A7) 2) FHEKALEL O B TR R I S
778, RHBGRAROIEEESTIEA O L Y B2 o T
Wiz, JLRAI O RED KR ORHEICER L T
HEFEZOND, BRI yav Ay 3B EN LA

_55_

ERS MM ENEZ s, HIR - HEEPICEREL
JHBBEADHBEGRE R 2RO E L 5N D, 54T
JHBHIERLHEEAOPTHEF OFEF IR DV T AET
HYEED D B,

SEXHBR

D) EBHT, ks KBRS, 29, 186 (2006)

2) A+EH, WMz, WHIES, DT, SRR,
HH 220« RERBESE4REE, 27, 707 (2004).

3) M. Tagiri-Endo, T.Hatakeyama, T.Nakamura, K.
Kawamukai : Anal Bioanal Chem. 393, 1367 (2009).



