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HiiRER | WEMEREICET SR TTEDBIZR

| Y | BAEREEE FPRIRA BEH IR

1 BM

FEMEETE (paralytic shellfish toxins, PSTs) 1%, 7 78D tetrodotoxin & [ERIC, FREECTS IAINALIZTF
TETDENARLFET N U O LA Ao T v RV ERERANBAET 2 emitEm Ch D, ¥ b (ST
Fig. 1) ZftFL LT, =4 X GIX) HH °C b 48 L 50 ML EOERAEN SN TND Y, &
FIRIBE T, R DRKIZNT T PSTs ZEAT DA FRHEERE Alexandrium JRSEAE L, “HEREDT 4
NE—T 4 —H—DEEL 720 | FHLSED T EDMBILTN D, T, BAIHIIBW T, BEOSRHEORS
HORMUEARIE L 72> TNDD, NEEDR~ U AFEHRBRIETH S Z L bV, PSTs O LW JOWEIC
BT DEEMARRZA L OWRE T D720, FTo, ~ U ZADOHES LOBBRII R A 2 L, Rh a8 AR SRR
S SN AT S L v o

Z 2T, AWFFETIE, PRk 28 L L U LC-MS/MS & W= EDBREHIER D LA TV D, ZVETITAE LI
TAGLIE, B 16~19 FARMICIRW TR Lo, AR, WEFEELCH | e T, B R HOMRH (M toxin)
2DV TR LI T2,

=%} R! R® R? R* M MU/pmo)
c1 H 0503~ H € (0) NHSO3~ 15

c2 H H 0S0;~ C(0)NHSO3~ 239
GTX1 OH 0503~ H C (0) NH, 2468
+ GTX2 H 0S03~ H C (0) NH, 892
\FNHz GTX3 H H 005  C(O)NH, 1584
GTX4 OH H 0S0;~  C(0)NH, 1803
OH GTX5 H H H € (0) NHSO5~ 160
" GTX6 OH H H € (0) NHSO5~ 180
OH dcGTX2 H 0S0;~ H H 1617
3 dcGTX3 H H 0505 H 1872
deSTX H H H H 1274
STX (& Xt &) H H H C (0) NH, 2483

Fig. 1 fREAVLBREM:REBRS ORERIS J UM
STX 13, ALFEEREED P AN TIRE SV TN D T2, ARETITERNSH N & L, )

2 A&

2—1 FEElkt

RETTA T, WoKEEHANE 2 —3 PSTs A PEIMHEEREORAET DUEPI CEIE L= b D& Ve, 2017 4F 4
A5 2019412 H ETOM, —ERI VR LIZARZ T HA L0, B0 Ch L HIGREYI H L
TebDh TN E Lz,

2—2 & M toxin) DOFEEMT

5519 SRV T, ARZTHA FUTM toxin EHER SN DALEWREEHER LT Z L2 G LTz, L, M
toxin MFEEVERIT, HKEIN QOVRW-, EEBIOVEET A Z ERHE A,

Z 2T, AT, BAERTFEFIIRHI IO T, SR OMEfITA1T ) 28 & Lie, £, AL TR
HUT-REE—7 L0 Tiige & 2k L, Ml Fig. 2, B =27 a), M5 (B =27 b), M3 (©°—72 ¢) EHERIL7-Hk
INTONWTHEEZAT o7, RIS, HEEL 7252 toxin ~EALFAET 2 2 & TR E L, REZTHA
ORI — 2 FEORIEZAT 72,




(A) Detecting at m/z 396 > 316 (B) Detecting at m/z 412 > 332

Intens (a) [**™ L 25.7 min
(c)

25.1 min
(b) 1.0e

1.084 11.2 min 21.6 min

14.2min 187 min GTX3
Cu c2 GTX2

2 4 8 0 12 14 1% 18 20 22 24 26 28 30
Time, min

19.1min  21.1 min

GTX1 GTX4

- g v - v v e et Sy
2 4 5 8 10 12 14 16 18 20 22 24 26 28 30
Time, min

Fig. 2 RNEERZ T HA HORREM:R TR D LCMS/MS 7 v~ v 75 A

3 &R

HEAMERRL, MR ZHWTHIEEZ  Ho,SHN
AT U745, Fig. 2 DB —727 a BIOW
—7 ¢ N, BEEEEwTHD M1, M3 TH
HZ L HMER LT, Lo, M5 EHERIL 7=
v —7 b ORGE. Quilliam HIZ X > THE
g9 XN TWBIBREE CIld7e<, ~I7
S NHIOEEEZHR L TWS Z LN .

: M5 (Quilliam 5., #EHE)®

BNZIe o7 (Fig 3), WREMEHFEOMHE : ok da By . ’
Kx, HAER L LC 6-5-5 B0 3 BR Fig. 3 M5-HA 35 L UVM5 OREER,
ThoHM Fig 1), SlEHEL LTALEYTIL6-6-5 BER Th o7, BRKO BT EA S AR Ak
ZNTBNT, OGS AA L TEY . M5-HA (hemiaminal) &4 L7,

F7o. FBRCE LML, M3, Mo-HA 2V, RS Y O FEIC L0 13 AR 21T H = & T,
M2, M4, M6-HA ZAbFahE L, BEUESL L UT-, REZT A HORME — T & K OFEAER, & % Hrli UT-FE 5,
M2, M4, M6-HA DIFEAHER LT~ (Fig. 4), 728, M2 BLOWM6-HA 1L, zic-HILIC 7 T A% HWTHHT%

Z T ke A DS E, %ﬁ@ff%ﬁ% LTns Y,

HO3SHN

"1‘;':: EIC396.0032£002] 21 EIC 316.1364+0.01
o8 STX 14.3 min
'GTX3 o e M2 & MB-HA
2 gomn | - [TTTTTTTTTmTTmmmssssmsmmomm-- !
: GTX | Wi VEHA " EIC332 1313001 | MERIT !
, A : 17-:“ ~:' | Instrument : Bruker micro QTOF-QII !
Inens..
it - EIC 412.0881£0.02 ' Mg+ 152 | Mobile phase : 2 mM HCOONH:, 62 % MeCN !
: < 1
\ GTX1 | \|GTX4 ";“"E EIC 348.12620.01) 1 Column: TSK-Amide80 (5 pm, 2.0 x 150 mm), 02mL /min '
. |'|‘ 117 min e ;G:E: """"""""""""""""" '
. I A M3 o
[} 15 80 r‘s W @S 89 WS M 28 Tmepn ° W s T
Fig. 4 RNBEERS T HA HDOM toxin (M8 i)J:U\Mlo ci %ﬁﬁ%ﬂ%@?@ﬂﬂ)
4 SEOWERER

Mtoxin lZ, Quilliam & X~ T I2FEE MI~12) OIFEIMEESH TWDIEEMETH S, LrL, AR
DOHEFIZEBNT, M toxin IZEET AL INETIIRINTE LT, FEMENIFEFISENLOTH D, AW
Tl YRORZTHANZEGT DM toxin % 6 FREARIE T2 & 462, M8 & MI0 EHERI SR AR L7s,

St AFFROEZIER L, OAETEM S LORE LT 2 BROMEE fk T~ a2 a0
G DRI VT — &2 ODOFEFRE &g, HEORGRIZEET MR 2152 72O OBGHA A L T E 72Uy,

5 BEXH

1) M. Wiese, et al., Mar. Drugs 2010, & 2185-2211

2) Y. Oshima, et al., J AOAC. 1995, 78 528-532

3) M. Quilliam et al., ICHA (Brazil) Proceeding, 2017, 118-121

4) S. Numano, Y. Kudo, Y. Kaga, M. Yotsu—Yamashita, et al., Chemosphere, 2021, 278 130224
5) R. Watanabe et al, Mar. Drugs 2011, 9 466-477
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MRARBEE (2)

MRREL | REMERFAEEFREAKED LLS B FEENTTEDHEL

2 Y | BARE FAFMVRE BENERS. IEFFMMRE SHGT

1 BiY

HE, Yo X —CE L QDR E B -/ 2 KGREE. Roundup Ready Soybean 1Ef=+-
(RRS A5 1~ & W) DAHZXGUTFE R LT D, —F7, 2002 FATHAGRI A2 Liberty Link Soybean i#{z7-(LLS
5T & M) KN 2007 4RI 2GR 417~ Roundup Ready 2 Yield &z 7 (RRS2 M a1~ L I&) NINHES N TEHY . BE
IZENICTEE L TS EEB X DID, £lo, KEOSHIAEREEIEZF L CHERETITRALTL Hi
B Z KRG OIBAFTFAEIL, _EFL 3 DO FDEFID 55 Th-o72 b O, EfEfHIHZ TR &3
T AEAIL. 20234 AL EENTWRNE EDORIPREEND V2 ENRE-TND, ZD7d, h
FNOEHREZA LN L TRETAUERH D,

PLEDZ et ML, RRS BI5 HINA LLS BBIn 12 E 8T T 2 H1E2 1B 25 72Ot % 55
L7,

2 AB&E
(1) #k}

RUT 4 7 ary ha—)LBGf (R a B e S W) 13, RRSE G (7~ a8 1%DKTH,
ERMBF410DP) 2 OV LLS {57 (75 7 ¢ F1/V4LE: Bayer A2704-12 Soybean Leaf DNA 274 & 999. 9ng/ug * TE
FEMER, AOCS 0707-B) @ 2 ffifEE L7z, #lktE LT, K 3 AL ONE A A2 KO (B s - ORE I~
) EFHD 7 U —X R Z A HE (LT FD NS & 1) 2 O i s & A BT Lz,

(2) DNAfhHIFHF >~ K
FaAs /5159 D DNeasy Plant mini kit 35 (QIAGEN 1)
(3) e
B Z 7 — R et v — (XY =v ) & BRI I A — (K7 2 ouvth) %
FAVN =,
(4) DNA O
WA IED 138729 3 I T =M LT,
(5) DNA EDHIE

DNA I, 29 EEER GenespecIll (HNNA T 7 YA o 24E) & VT, WOBEE 230~320nm DERSF
W 2227 [V ZRIE L, 260nm OfE 1 % 50ng/ul DNA & L C DNA £ 2 BH U7-, DNA JEEEA-HIE 44 TE 2
&k T 20ng/uL [ ZAPR LT PCR MR & L7=,

(6) UT7ILZALPRICEDTER

U7 )V H A 2 PCR I ABIT900HT (Hh—E 7 4 > —%t) LM QuantStudio 5(7 774 R¥ ¥ /N T AT LA

) ZFCTE: - EE L, RIS 0. 990 DLEARER Y LGRS LT,

3 HBRLEZE
(1) RRS BMUNLLS AR = A8 s O EH S 5
EZLIZENTND T T A ~—ITETH0E D DOFER EFR 2 O 3 IZENENDORY a U B6 % 4
[FRAIE LA R A7 R L2, KEOWHEES T Lel 13V 37700 DNA BB B &4, RRS L OVLLS 18 fs 1
DT T A <~ —XTNENDBILA DG L, DT T A ~—2TEL Ut e VI3 ch -7,
TEEFEFIL, RRS #5113 0. 880%, LLS iE(m1E 101% LA EE A E S IFE K LT~ ZOHEZL > TEME: -
ERTEDZ EMPMERTET,
(2) REOHIEHEF
3 FFHD K & FD AT RRS M ONLLS B -2 HIE L7ofER 2 3 4 (T, KEIZT A U BEED 1 FkE)»
5 RRS BB S VER FIRLL T Th o7, LLS B FHIWThoaRE S b S 709, FD e
MEIT Lel BV B SH-25, RRS « LLS Bnf & b Sheno 1z,
(3) MARErds L OYWEERERT
X 12V 7% A LPCR 7' L— MERBGOZSEREZ /R LT, £/, 5 ITHRIAEDS 6 ik (1 7' L— 247
V., RENTEEE T Lel & 1 BIRORIE T 3 MR ATEE) £ TP, RRS BB FOADIRE & LLS Bis
FEIMNZ T 2 BB T2 AT D55 ORE L VEERE OB Z 7R LTz, 6 IIKTIL, RRS {5 F-DOADMRE
TIE2 7L— hTHoT=HDA, RRS BIGT & LLS I OB Tl 4 7L— FANEEL 720 . BT 1.9
i, PRI L AR5 D ERE LT,

4 SHEOWMESLREF
B 2 REOMETEIZIT, FEEOD RRS B mt « LLS s O RRS2 51D 3 B{n DO OZLHEN
BHDZEMDBIREREZ D 3 B FOREE Y s L., EEIEEEAERT A TETH D,




&1 RRS - LLS BEFEMEHER

Lel RRS LLS
RRS7 24 ~—| + + -
LLS7 24 <—| + - +

+IRH. — IR

&2 RRSEEFEERER

RRSRYF 4 7av ba—L(1%EH)

HIEHE PIZLL | Lel(copy#t) RRS(copy#t) £14(%)
PRISM 7900HT 1.04 31,800 169 0.5
Quant Studio 5 0.97 10,700 86 0.8
Quant Studio 5 0.97 10,700 105 1.0
Quant Studio 5 0.97 9,540 108 1.2

Ty 0.880

&3 LLSEIcFESHER

LLSRYF 4 72> bA—IL(100%EH)

B TER MiZH | Lel(copy#) LLS(copy#) #14(%)
PRISM 7900HT  0.98 104,000 106,000 104 1 PR 1 FL— H’Fﬁli
Quant Studio5 108 75,000 79,000 98 =
Quant Studio5  1.08 73,000 81,100 103
Quant Studio5  1.08 73,200 76,800 97
Fig 101

x4 KGEHDRRS - LLS B FEERER

Lel(copy#t) RRS(copy#t) RRS(£14:%) | Lel(copy%%) LLS(copy#t) LLS(EI4:%)
EE - K= 13,100 0 - 11,000 0 -
hFRE - K= 41,300 0 - 33,000 0 -
TAYNE - K= 40,900 2.04 EETERUT 34,500 0 -
B FERZME 59.1 0 - 81.0 0 -
&5 BRAH O DEREREE - (EERREOLE
IR E TOMRA PRt (1) VEHERH (hr) M2 R 2K
RRSi&Ef5+ « 7 L— K2 137, 747 19.4 3HIH
RRS * LLSi&fn1- - 7L — b4 260, 671 26.8 4HIH
1. 891% 1. 38(%

NTERHE T Lel | PTERHE T Lel

BRn

R / 1
L Ve S

W iel WNTC MRRS MIARSposil Ml RARSposiz B ARSposis B LS MELLSposil EMMLLSposiz B LLSposic M Lel I NTC

Amplification Plot 5 Amplification Plot

LLS #&f=+

RRS &1

8Rn

W iel WINTC HARS MARSposil Ml ARSposiz B ARS) M LLS EELLSposil BN LLSposiz ML

X2 RRS BEULLS 1311:?0) PCR 18MEHhHR (B - ! m-E’Ev F:a(x? EE@ 5'1"@. Y IEIEF)

SCOHR D BT lE s TR FORFIE AR DB 2 7 (AR , THEAE T (2019)
2) BNEDAR A | HAYRE S R Z 5, AW T4, 87, 150-151 (2009)
3) éi%ﬁ?ﬁ&@ DNA FHHR 2 B O L, THEERSE 139 5 (k27 423 A)
4) BEDEER, B THAHEZ A ZRRFENEDBHFE M O S My, BElhat, 108, 156-163 (2013)
5) HEFAT-B, S TR~ IRARRI, UL A9t o & —, 69, 13-22(2018)




MERRBEE (3)

MRREL | BRTHEARSFOSTEICET 28R

2| Y | BERTE IEEMRE EF 0

1 B

Y& =Tk, BREDREKTH D &8l 5 BHEn3E LT GE1c 2 OJRRFEIIC T TR &
1o C5, BPHESOFRIK L 725 BMEOHHTCIE, B ThuIEERISEZ OO 2175 2 &
TR EREET DM, SHEZER e AIRBOPIITHER S D TIR SV TORN S DO b ZHIFAET D72, bk
% ARG AT CIIRRE O FEICE H e W r— A B FAE L X D,

A, BHFBROEHNLH D HOOFRSBHIRENTUVVRNE ) DI B AT AV (K 1 7 AZ V)
[ZOWT, BT Z ATRE L 3% 7200 LC-MSMS Mtz I HEHEZVERL L, Ah e Ao FiRZEiHIE B 2458
152 L EENE UTRIEE EhiE LT,

7k, AWIZUL, RO ORBEE B E T2 0TI R, B ETEMHORNR S H AR Z S
IRFE YRR D2 EA R 5 & L blo, AFEEZFET 2 Z L1280 hF 2 A VE AFTIULHICENE
D& IREREA R C X DIRHIZEEET 5 2 & 2 BAIIIC B LT,

2 A&
(1) AXIASHhOIREIEE HE) OEREDR
o SN . Table 1. LC-MS/MS 5340t
RANTERIRLIZAF LA VE 0.1 %F 3 # © BFUfFATEL LC-20AD
Wi A% /—/VChitH L, 045 um @ A SO

75Ty bk @ 0min (10%) -12min (70%) - 13 min (95 %) - 16 min (95 %)

VTV T AN A= HNTAE LY LC (B%) -16.01 min (10%) - 22.00 min (10 %)

i % 1 0.2mL/min
D% Table 1 OSWEAEIZ L Y LC-MS/MS # 5 L ¢ Waters## Atlantis dC18 (21 mm x 100 mm, 3um)
h 7 LRE T A0C
SHIIE - > YRI5 4% AECEAE 20l
{EIJ/E L/ﬁ“o f‘ﬁ}o‘ LC-MSMS O){’E‘”E*{t’:&i 3 ; : AB Sciextt® Triple Quad 5500
. = A4 A= 1 ESI (-)
Yoshioka % D @iﬁ%%g%k L-’Cﬁ&hﬁ L/\ lonspray voltage : -4500 V
o N MS  lon source temp : 300°C
Scan X U MRM Il EIZ L W B 6T BFEE—F  © MSscan (m/z:50 - 400)
Product ion scan (Precursor ion m/z : 337.0)
MS A7 MUV EDYNZ =< K VAN MRM (337.0 > 219.0, 337.0 > 117.0)

Yoshioka 5 DGR O Tto 5 2 O & Helk L C o A % Ui HEE Lz,
(2) DARZILEE (fETE) D7EL

()RR 0.1 % XA A S/ —/LChi L7z Table 2. J3Hk(t
o " N S Evies (HP'LC §i7§70:/ 3 vaL s &) @ Agilenttt# 1200 series
BTG L70b, 0.1 %W LT 045 pm DAY B B 8 AR 01 %E

B& - 7 bh=bUN

S 7> S N AN > s3YxTr b 0min (10%) -15min (95%) - 20 min (95 %)
TV T NG —=ThimlTe, ZOAREZIZ n~ b7 ®@%)  -2001min (10%) - 30.00 min (10%)

Z ZICHEA L CIAHIFN 1 5T IR AL, A5 5 5 L maisisu-cis 6omm 150 mm, 3um)
Hj{rﬁ% LE-MSMS T{E”E LT ?X &}V@ZA{ (:FEHH::) @ﬁj\ﬁyy %5}/52:;/3 Eggctéﬁi 1 0-30min, AHKREILN I &R

a~ N7 7RI EMER LT, ek, sl e~ NS

T 7 DEMIT Table2 D LY & Lz,
Q) EMSHTRAE S IZEDER

X ATE 01 Yo B A S —/V Tt LT 2 BIERRE L. 0.1 %X BRITE LT 045 yum DA 7
LT 4N —TAHBM UK (FFEE 1g/1mLAY) ([ZOWT, i v~ 77 7% AW CEiRE
ST D TRAME IR U, AR HEE) OEREMERLTZT T 7 v a &2 d N TabE, IR
LI=b D% AL ) —) VB UM L Lz,




3 R
(1) AXDADHOIRZIEE HEE) OERMHER
LC-MS/MS % FIVWCHIE L7=fE5:, MS scan 25 m/z 337.0 24 L7227 o~ v 77 4 (Fig. 1) (2B TC
FRHIRFH 10.18 min (ZHfEZe B —2 2R Lz, MR tiRe iz a1 2770 I —H A A m/z337.0 D7 m &
I N FUAR ¥ UEATUOME I MS A7 IV (Fig. 2) I8\ T miz219.0 XON17.0 D7 X7 A 7
VEMER LT, ZOZEND, UEBE—I N A ETEH D EHEE L,

219.0

Max. 2.7e6 cps. Max. 3.1e6 cps

1008 117.0

Fig.1 Selected ion monitoring (SIM) LC-MS chromatogram Fig.2 MS spectrum (Product ion scan)
for m/z 337.0 obtained from Trichroloma ustale extract. (Precursor ion : m/z 337.0)

(2) IRZIEE (H#E) DHE
ST v~ 7T 7 & TR LT SRR OB IR 2 (1) O 554 C LC-MS/MS JilliE L, 7 A Z L
e (HEE) 2R LIS 9 00 1 507 7 7 va v a5 ld s 2L & L,
Q) EMSHRE S IEEDER L o
THERL g/ | LS ORBRIKI00 L 2558 = Ustalic acid Mo 69000 ope
2~ N7 71210 BV IR LIEAL, QIZHW
THER L= 7 77 v a R LT E X T
A, BEBMHE L= DR XX ) — VD
LTImL & L7z (734K 1 g/ 1 mL A& 4%
WEVAIR) . A& A X ) —LT 1000 {5 LT o
H00% LC-MSMS TMRM JIIE L Fig 3 Db Fs o dsintdbasdisimibiuhidsn i s il

55
§

o Aystoml

Time. min

DR E— 7 DNVELND L AHER LT, Fig.3 LC-MS/MS chromatogram of the semi-purified extract

obtained from Trichroloma ustale.
4 SEOMEAME
AHFFETIE, w7 v~ N7 T 72 ANTHF A TNE U A g #EE) 25T 52 LIk 0 @&y
Hrifloot IAFHEZ AR LT,
AT, ATECINW TR SVt SBEO R Fhi T2 & & bIS, MOBRFI OV TFERD
FEZL Y B IFETHR L, (R PR R DR AR OB AR O5R( L 2 X %,

SE 3
1) Yoshioka. N. et al, Forensic Science International. 2020, 317, 110554.
DOI https://doi.org/10.1016/j.forsciint.2020.110554
2) Tto. T. et al, Journal of Natural Medicines. 2021.
DOI https:/doi.org/10.1007/s11418-021-01496-z




MRRREREE (4)

MRFEL | REERREICRHAIIESEDRET
1| L | BAERES EEFFMEE I HEO
1 B#

W L Z =TT, SRR RS A A TR A T B A3 E D 2 i8R E VI K VITo TV D & ZATH D,
BECRETHD & S5 STQ¥E (Solid Phase Extraction Technique with QUEChERS method) 2MHLIZZEN S
NQAYSH

ZDZ LMD, EBERED | ERGEEMOIERIZERT 5 Z L2 BE LT, [FEEADZ Y%

FH T D 72O DKFEI T T2 b D TH D,
2 AE

ikl (F2NAZE9, FrXY, 27EFED)
| TR AR RERIR 2N L, STQ YA X A UshniE]

WGEAERZAT > T,

BTN, 0. 01 ppm &K ON0. 04 ppm D
2| ELL, 1H (1) 20M7, 5 HEOES

DGR E T o T,

LCMS/MS, GC-MS/MS DIESFA#F 1 |
Fo2olBh L,
T, [ZRUMEHEHT A RTA 22
B, B (BIER) . RS OVE &

72

3 R
HBPERHIIE H oA a3 312, B
SR ONH B RIS MRS R A 22 4 KON

B ORI DUV
- SN
PRAY
OVERE/ T A —2 2R U T4 275 L

§§1

LC-MS/MS BIESH

A
N
\e
H
AN
—

\;EI

E A
14 v 1Ak
lon spray voltage
lon source temp

}—HL\\]I
B
oI

LC: &2t & LC-20AD

MS/MS : AB Sciextt® Triple Quard 5500
AR-0.05% ¥BREHE10MMEFR 7 » £ =7 L
B&-T7Er=F UL

0 min (1 %) - 2.99 min (1 %) - 3.00 min (18 %) - 12.00 min (90 %)
-19.00 min (90 %) - 19.01 min (1 %) - 26.00 min (1 %)
0.2 mL/min

Waterstt# Atlantis dC18 (2.1 mm X 100 mm, 3 um)
40°C

5uL

ESI (+) RUESI(-)

5500 V & Ut -4500 V

600°C

§2 GCMS/NS RIRES14
GC: Agllentit3l 78908

M
~
>
S
n
>
Em

MS/MS : Agilentit & 7000D

~UT L

270°C

80°C (1 min) - 20 °C/min - 140 °C - 4 °C/min - 200 °C - 8 °C/min
-300°C-20°C/min-310°C (5.5 min) = 310°C (KX b Z 5 min)
290°C

Agilent#t& VF-5MS (0.25 mm x 30 m, 0.25 um)

A7V bLZR

2uL

El (70 eV)

320°C

MRM

#5177, SEIORERTIE, STQIEICEL > T, < OEIER Sy
£3 ZUMTHMEREOESH

EBNARETH D Z LAVRSII,

‘Al <ok 5o o . 0.01 ppm 0.04 ppm = Ay
AUE R 5 Y onE TRRE | SRR BT [FARE | EARE| L | SFEE
LoMs/vs | B5MAZ5 | 130 | 113 | 133 | 128 | 127 | 133 | 130 | 136 112
(1365 &) F Ry 133 106 133 128 123 134 129 136 103
- o aE)) 135 128 134 133 131 133 132 135 127
Govs/vs | EohAz> | 180 | 180 | 181 | 179 | 180 | 181 | 181 | 176 175
(181 E +) xRy 180 179 179 175 179 181 177 176 167
- o)) 180 168 175 176 167 181 181 177 158

4 SEOMEAMEF
STQ IR DI 29~ 5 728Dl

ZE IR

3 H DR TIIRRE THL DT,
RIRAARERE L, STQ RO TUMA BT 5, BT 5 = & A0S L HIF St
SR L LC 2 At T B CHRIENGBR AT

A EER L= LIS O BEFEY) C
. INETICHE

4k,

SEGYRPE DYER %X > TN,

1) EAFBEERA SRR LS EEN (R 5, RIS 3B AESEL O TH
LYEOFEREZONT) (PR 17T 41 A 24 BAATRZEFE 0124001 5)

2) BB ERAN RSR[5 B R 2R BREO S MR M A RS
A L DO—EBOEIZOVWT) CERL 22 4F 12 A 24 HEZHE 1224 551 5)




x4 ZLUMEHEIER (LCMS/MS RI%E)

HE# IE3NAZS FrY RFEED HE# IE3NAZS FrRY RFEED R-1=E1 E3NAZS FrRY RFEESD
Acephate ¢} o) 47 Fenobucarb €] 9] 9] 93 Oxycarboxine ) 9] €]
Acetamiprid o o 48 Fenoxaprop-ethyl o o 94 Paclobutrazole o o o
Acibenzolar-S-methyl o o 49 Fenoxycarb o o o 95 Pencycuron o) o o
Aldicarb o e} o 50 Fensulfothion o o o 96 Phosphamidon o o o
Aldoxycarb o o o 51  Ferimuzone o o o 97 Pirimicarb o o o
Anilofos o ¢} 52 Flubendiamide 98 Prochloraz o) o e}
Azamethiphos o ¢} 53 Flufenacet o o o 99 Profenofos o o o
Azinphos methyl o o o 54 Flufenoxuron o 100 Prometryn o o o
Azoxystrobin o [} o 55 Fluopicolide o o [} 101 Propamocarb o o
Bendiocarb o o ¢} 56 Fluridon o o o 102 Propaguizafop o) o
Benzofenap o 57 Flusilazole o o o 103 Propiconazole o o o
Bitertanol o o o 58 Furametpyr o o o 104 Pyraclonil o o o
Boscalid o o o 59 Furathiocarb o o 105 Pyraclostrobin o) o o
Bromobutide o o o 60  Halosulfuron methyl o o o 106 Pyributicarb o o
Bromobutide-deBr o o o 61  Hexaconazole o o o 107 Pyriftalid o o o
Butafenacil o o 62 Hexythiazox o o 108 Quizalofop ethyl o o
Carbaryl o o o 63 Imazalil o o o 109 Silafluofen
Carbendazim o 64 Imidacloprid o o 110 Simeconazole o o o
Carbofuran o o o 65 Indanofan o o o 111 Spinosin A o
Carfentrazone ethyl o o 66 Indoxacarb [} 112 Spinosin D
Carpropamid o o 67 lprodione o o o 113 Spirodiclofen o o
Chioridazon o o o 68 lprovalicarb o o o 114 Tebfenozide [e
Chiorimuron ethyl o o o 69 Isoxaflutole o o 115 Tebuconazol o o
Chloroxuron o o ¢} 70 Isoxathion o o 116 Tebuthiuron > o o
Chromafenozide o o o 71 Lactofen o 117 Teflubenzuron o o
Clofentezine o o 72 Linuron o [} 118 Tetrachloninphos o o o
Clomeprop o} o 73 Lufenuron o o o 119 Tetraconazole o) o [}
Clothianizine o 74 Mefenoxam o o 120 Thiabendazole o o o
Cumyluron o o o 75 Mepanipyrim o o o 121 Thiacloprid O o o
Cyazofamid o o 76 Mepanipyrim propanol o o 122 Thiadini o) e} e}
Cycloate o o o 77 Metalaxyl o o o 123 Thiamethoxam o o o
Cyenopyrafen o o 78 Metconazole o o o 124 Thiodicarb o
Cyflufenamid o o 79 Methamidophos 125 Tolfenpyrad o o
Cyproconazole o o ¢} 80 Methidathion o o o 126 Triadimefon [¢) o o
Cyprodinl o o o 81 Metholachlor o o o 127 Triadimenol o o o
Difenoconazole o o 82 Methomyl o o 128 Triazophos o o o
Diflubenzuron o o o 83 Methoxyfenozide o [} o 129 Tricyclazole o o [}
Dimethirimol o o o 84 Metribuzin o o o 130 Trifloxystrobin o o o
Dimethoate o o o 85 Monocrotophos o o o 131 Triflumizole o o
Dimethomorph o o o 86 Monolinuron o o o 132 Triflumizole metabolite o o
Dinotefuran o o o 87 Naproanilide o o o 133 Triflumuron o o o
Diuron o o o 88 Novalron o 134 Triticonazole o o o
Dymuron o o o 89  Omethoate o o o 135 Vamidothion o o o
Epoxiconazole o o o 90 Oxadixyl o o 136 XMC [¢) o o
Etobenzanid o o o 91 Oxamyl o o o —
Etofenprox 92 Oxaziclomefone o) o o EUEFMELREN 112 103 127
T APPSR (GC-MS/NS JI5E)
RO HUMEHERER ( AlE
p=E 1E5hAZS  FrRY AFEESD HRE IES5hAZS FrRY AFEED HE4 1E5NAZS  FrRY AEEED
Acetochlor ¢} e ¢} 62 Endosulfan_a e ¢} e 123 Owfluorfen ¢} e ¢}
Acrinathrin o 63 Endosulfan_B o o o 124 Pacloputrazol o o o
Alachlor o o [} 64 Endrin o o o 125 Parathion o o o
Aldrin o o 65 EPN o o o 126 Parathion-methyl o o o
Anilofos o o o 66 EPTC o o o 127 Penconazol o o o
Atrazine o o o 67  Esprocarb o o o 128 Pendimethalin o o o
Azaconazole o o o 68 Ethalfluralin o o o 129 Permethrin_1 o o
Bendiocarb o o o 69 Ethion o o o 130 Permethrin_2 o o o
Benfluralin o o 70 Ethofumesate o o o 131 Phenthoate o o o
Benfuresate o o o 71 Ethoprophos o o o 132 Phosalone o o o
Benoxacor o o o 72 Etofenprox o o o 133 Picolinafen o o o
BHC_ a o o o 73 Fenamidone o o o 134 Piperophos o o o
BHC_B o o o 74 Fenitrothion o o o 135 Pirimifos-methyl o o o
BHC_y o o o 75 Fenobucarb o o o 136 Pretilachlor o o o
BHC_6 [} o [} 76 Fenothiocarb o o o 137 Procymidone o o o
Bifenox o o 77 Fenoxanil o o o 138 Profenofos ¢} o o
Bifenthrin o o 78 Fenpropathrin o o o 139 Prometryn
Bromophos o o o 79 Fenpropimorph o o o 140 Propanil
Bromopropylate o o o 80 Fensulfothion o o o 141 Propazine o o o
Bupirimate o o o 81 Fenthion o o 142 Propiconazole_1 o o o
Buprofezin o o o 82 Fenvalerate_1 o o o 143 Propiconazole_2 o o o
Butachlor o o ¢} 83 Fenvalerate_2 o o o 144 Propoxur o o o
Butamifos o o o 84 Flamprop-methyl o o o 145 Propyzamide o o o
Butylate o o o 85  Fluacrypyrim o o o 146 Prothiofos o o o
Cadusafos o o o 86 Flucythrinate_1 o o o 147 Pyraclofos o o o
Cafenstrole o o o 87 Flucythrinate_2 o o o 148 Pyraflufen-ethyl o o o
Chiorbenzilate o o o 88 Fluquinconazole o o o 149 Pyrazophos o o o
Chiordane_cis o o 89 Flusilazole o o o 150 Pyributycarb o o o
Chiordane_trans o o 90 Flutolanil o o o 151  Pyridaben o o o
Chiorfenapyr o 91 Fluvalinate_1 o o o 152 Pyridaphenthion o o o
Chlorpyriphos o o o 92 Fluvalinate_2 o o o 153 Pyrifenox E o o o
Chlorpyriphos-methyl o o o 93 Fosthiazate_1 o 154 Pyrifenox Z o o o
Chiorthal-dimethyl o o o 94 Fosthiazate_2 155 Pyrimethanil o o o
Clomazone o o o 9 Fthalide o o o 156 Pyrimidifen o o o
Cyanazine 96 Halfenprox o 157 Pyriminobac-methyl_E o o o
Cyanophos o o o 97 Heptachlor o 158 Pyriminobac-methyl_Z o o o
Cyfluthrin_1 o o o 98 Heptachlor epoxide_A o o} 159 Pyriproxyfen o o o
Cyfluthrin_2 o o o 99 Heptachlor epoxide_B o o o 160 Pyroquilon
Cyfluthrin_3 o o o 100 Hexachlorobenzene o 161 Quinalphos o o o
Cyfluthrin_4 o o o 101 Hexaconazole o o o 162 Quinoxyfen o o o
Cyhalofop-butyl o o o 102 Imibenconazole o o o 163 Quintozene o o o
Cyhalothrin_1 o o [} 103 Iprobenfos o o o 164 Simetryn
Cyhalothrin_2 o o o 104 Isazophos o o o 165  Tebconazole o o o
DDD (44) o o o 105 Isophenphos o o o 166  Tebufenpyrad o o o
DDE (4,4 o e 106 Isophenphos oxon o o o 167  Tecnazene o o o
DDT (24) o o 107 Isoprocarb o o o 168 Tefluthrin o o o
DDT (44) o o 108 Isoprothiolane o o o 169 Terbutryn o o o
Diazinon o o o 109 Kresoxim-methyl o o o 170 Tetrachlonvinphos o o o
Dichlofenthion o o o 110 Malathion o o} o 171 Tetradifon ¢} o o
Diclocymet_1 o o o 111 Mefenacet o o o 172 Thenylchior o o o
Diclocymet_2 o o o 112 Mefenpyr-diethyl o o o 173 Thiobencarb o o o
Diclofop-methyl o o o 113 Mepronil o o o 174 Tolclofos-methyl o o o
Dicloran o o o 114 Metalayl o o o 175 Tolfenpyrad o o o
Dicofol o o o 115 Methidathion o o o 176 Tri-allate o o o
Dieldrin o o o 116 Methoxychlor o o o 177 Triazophos ¢} o o
Diethofencarb o o o 117 Metolachlor o o o 178 Tribuphos o o o
Diflufenican o o o 118 Myclobutanil o o o 179 Trifloxystrobin o o o
Dimethametryn o o o 119 Napropamide o o o 180  Trifluralin o o o
Dimethenamid o o o 120 Nitrothal-isopropyl o o o 181 Zoxamide o} o o}
Dimethylvinphos o o o 121 Oxadiazon o o o 7 8kt Aok S
Edifenphos o) o o) 122 Oxychlordane o o EARFMEARAN 175 167 158
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HFRTIE, 7TrEoRAELEL, REEOAM, HIRKOMPE~OPEDHIE - BE X5 2 L2 B
L LT CEFRNBC 7 v Z DAt R EFEILT v BRI ~ = = 77 /L] (REBIKERTE) 2REL T
WD, Av=a 7 VTR, BT R A8 U CHEE oMk, LS omiE (CUF, AR
EVD,) BATLTEEAICIE, BRI o & — U IENIEGE eI SRR 2 1266 L, [FIFTZEBW
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BRI TR IS T 2 72O DIFROEEFN /2 ST TE TR,

ZDT, ARFFUTEBNT, Yt ¥ —CORY LB 1T D AMGEIOR Y O FIAE 5 &
E BT, AAEERD B O ORI RS E ) O T EA T L, A v 2 —I238UT D it a4
HZ EEAE UCGREMEZIT -7,

2 A&
(1) BEFHERICH T AR ER L TEEMEDER
RO O V2 IZSE L LT, Yo —ORARH, PBREEE @ . BIRORBARES 2R
LB, BEYLTF BRI DA MG A8 BREH OV (AR B B 0B = B O R A VERR L
MEEEH S DR ORERER 2 K L=,
(2) EAHRAFEZE AV -EEDRMEYREER
A SO 2 FA O RO IRINIEIGRER 2 Sk L 7=,
ENEMGEERHECEE S L C, iR (74 ik - S FREREARAERT L W AF) . ATIR (1S T3214:2011 1F
I ZHRBERAT—T MIEEHO L OZRE) KOANTHEK (AASRES WA 1 0L - AL 2%
fif L. SUERAIR P ORI DS 50 ng/mL & 7225 X O \RATEHERRAZ RN L 7=0b, HO D Y O34T
TR &0 BRI AR L C, LC-MSMS & VTR 1 OSSR L v HlE LT,
2B, WSINEIGERBROBEIEHE BIE, AR THER L T A RINERE GEREER) oEE 20 LT,
HHEHINZ LC-MSMS Z AW THIE L T\ 53K 2 OIHE 235 & Lz,
F7o. AIEEOFHEPE CHEIET 20 AECERT 27 4 L2 —1E, HHLOHESTEHDOHH a2 AE
AT 4 A —H ZfH LT,

Fz 1  LCNS/MS AIESH
L & . BEZLUERTHEL LC-20AD
% # A AR 005%FTHEFIONMEFE T > E=T A
B#& -7t kr=FU
5z bk ¢ 0min (1%) -2.99min (1%) -3.00min (18 %) - 12.00 min (90 %)
LC (B%%) - 19.00 min (90 %) - 19.01 min (1 %) - 26.00 min (1 %)
B o 0.2mL/min
A 5 L Waterstt® Atlantis dC18 (2.1 mm x 100 mm, 3um)
H T LRE - 40°C
HEDEAE C Sul
1 22 AB Sciextt® Triple Quad 5500
Ms 7 i ES (+) ROESI (-)
lonspray voltage : 5500V K& U8 -4500 V
lon source temp . 600°C
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(1) EMEFHERICH T A EFRHHELT L EEEMEDIER
ABEH ORI 22T T AR E P A 3R E T D IR EOBREIC DWW TE OB EL LD b,
EH BT D 2L & LT,
Q) EAHRFHEFR-EEORMEYEER
ME T, A Y7 07 = OEIERM 36.9 %
L 70 % & FEl->7-H DD, FDIENDORS Tt
FUCE 70 %k HEID | BAHCRINCE 52 Lol | T[0 e S Tt e Bl et ar e
29 7 - A 23 1 0 - CEtas RS g Byt e Tt el e sttty
o LT2o FET2, 36 5oy TN 120 %A tEz 7= & .
IATHDHN, Bar BT IR EPERR DR
ARHZBW T, BT 5 2 3B Th b b *
M5, [FIEEDS 120 %% EFEIS 726 DIZOW T HR
BRpRAT D35 & LT R &l L7z,
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MEILEY
ANTIREOCANTHE T, BEor O3~ THlEl __CMEARCWR
IR 70 - 120 % & RAFREURAMG HaLT, 1AM R

4 SEHEOMEARZF
AHFFECIE, AEASREEE DR BT 2 EEE BT 5 & L bic, 7 X DML OATIR - iRz &
V) IR R 2 S L 7=,
A1 NHSRO ARG Z2 O CIRINEIGER A i 5 & & HI2, HIRFERGS° GC-MS/MS I 3K
EORFEDITV, STRIGEER O &M% 2 & 275,

SE 3R

D MEMEE. AENPEETCO TAKR (iR, R SEIORETE O T . JBATE)
BUAFICERBNA (RO SHRHEENTTT S AEIO BRI 7R OMeEE & S THEEIZRET 5
WFge WFFeREed  AAHMIR), PR 24~26 FERERORIIEEEE, 2015, 6-1~6-11

2)  [EMEE. REMEWEEESAT D RO & D AERREE OB LRI T A A KT A .
<http://www.nihs.go.jp/food/group3/JintaiShiryouKensaJouhow/JintaiShiryouKensaJouhou files/Guideline.pdf>, (2
£ 2020-8-17)

3)  MEMEE.  BENSETETCO AR (k. R SREtoMETFE] OFME” | JRAGERS
Faillye (RO EMEHEENITERZE) ATERERI ORI T T 2 RanBiiEloD BARR 7256 RIZ RS 4
LIS (WFFEREEE : AATEIRR), PRk 2729 RS A et 2, 2018, 4-1~4-23

4) HWREEDL, HARMIEFFE5, 2020, 27, 33-37
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[WAZZD)] HEEHREIFAZE [Cooperative research on environmental status of PPCPs in both countries |

HEAFRAEE : EREHER. EERREME LYY —, BEERLREMNZR. BEZILXE

1 BrERE

AHFFEIE, PPCPs |2 L ABREBYFEREA B DN T D720, BT TNV DRy —F a7, HusfE <
Wiy % 2 L2 HAE Lz, PPCPs i, BRI FAGERGIK E L THESND DB HNDHT-0,
TAKERDAROFEAT DN D 2 HiS, FAGERGRAKDTRAMRD Bt & Tt ThaT. i, TELEIEIKL,
Pl Uk @EOV 7L, 2 r T ORI LY RETCE ehoTo), Boktussiizhehn, &F (L
i) Z 1, mF () & 12, Tl (B) & H-1, Jo (R & H2 & U7z, POk, IR R UvE
BHNCAHE T 1 B L Lz, W R OWTIZ I Sciex B LC-QTOFMS X500R, AIQS-LC*A R L7z, AW
FTH—Ty M LTAUFWRILS16 FECTH Y . WiIL Table 1 D&Y Th D, EIRMDY 162 FE, AR E
N6 FET, PPCPs L 168 FE T D, *AIQS-LC : Automated Identification and Quantification System with a Database for LC-QTOF-MS

- N “

2 FEREEH Tablel. %%y | & Li{LmiT

( 1 ) fﬁ Hl 71 Ij'?f‘fF %T group number example

N Pharmaceuticals 162 Antibiotics, Analgesic, Lipid regulator, Psychiatric drug, etc.
ﬂﬁi%%ni h—21C 84 Personal care products 6 UV filter
. <7 Pesticides 299 Herbicide, Fungicide, Insecticide, etc.
flfEH S (Table2), B Flame retardants 8
KM TR A L. K Industrial chemicals 7 Organic synthesis raw materials, etc.
N - . Others 34 Artificial sweetener, Surfactant, Optical brightener, etc.

SNTALTFIEEN L T AGE Total 516 (PPCPs = 168 ; 33%)

HROKOFARTTH S -1, H-1 K0 b, FAEDO 12, H2 DIE ) 3% -7, IR 1132 EEAD) 2
b2 RSV, MOFEREANT, B MR b Sz, BRI Clig T 5 &0 T _XToHA b
T, FAHIE 0 LIEEICE < DIELFWEDRE S, FAKERBFUKOTAL Thligd 5 &, 12, H2 &b,
B SV AICFE ORI IFRROBEAIZ Table2. it S -2 ESK

T N warm season cold season
AL . ‘ grotp Il 12 H1 H2 11 12 Hl H2
(2) B SN E ORERLE Pharmaceutical 3 36 22 34 4 34 15 28
il S L E O 2 g Pesomal CareProd 031202 1
- . . ) Pesticide herbicide 2 2 3 2 1 1 1 2
L7c&e 2 A 12, H-l, BLUH2 Tl Pesticide fungicide 6 6 8 7 2 2 2 2
BH SN FWE DK 55~80 %Y Pesticide_insecticide 2 1 3 1 2 1 1 0
. . - Flame retardants 0 0 0 0 0 0 0 0
PPCPs Th o7z (Fig.2) o I-1 CHER  [uswialchemical 0 0 0 0 0 0 0 0
MNEFERRS T, 2L, HETFOR5 Others 0 5 4 5 3 3 3 6
Yﬂ)”@i{}:ﬁ% GZKﬁSOTb\ZD%%#i&@ Total 13 53 41 51 12 43 23 39
WELEZOND, TEOXEN)INE, AT 2501 TH V| HFARMEIZ X DENTETF

IFEREL TR o7,

(3) M SNTALFE O

B EE TR 7= D1 Sucralose T, 18,000 ng/L T 7=, PPCPs & % —47 v MWE O H ClE ki m
BT, ERELTIIA 74020084900 ng/ll, 73—V F A THREETIIYPAF ULV E T = =)L 2V iR
25 3,400 ng/L Th-o7=, FEEHAD TAERIUKTIEAZICIB N CERE CRH SN DWENZ > T-03, ROy
777y GhA) 1 FEENTETFO TAGERGRATEARID -1 T b Bl & 72> T e, 1RO 11,
H-1 THREFEOREDRH SN TR | Bk BFEHOKBERHM, /)17 K136 HEHBEEL TV D
EBZ NS,




(4) PNEC &DLEER 100%
3RO IE, EIG T, 7oAR~YA

80% & Others
T‘/‘»/\ y? U XB‘?/]) T‘/\/\ }%;[?é"c“@‘j:\ ﬁ (I Pesticide
60% ) -
SV BN PNEC Zfii L vz, 2 .S::E:Zde)
NI~ CHEMIChoTe, 750 2 | 4% sresate
(herbicide)

nwA L, R, e b, S | 2%
T LN O T KB A% CE i
LTEBY, 7R A ARy

OO Personal Care
Product
0%

W Pharmaceutical

PPCPs
§7°/Aﬁi\ %(%%@%$@T7kﬁ&{}:ﬁ7k{ﬁ Warm Season Cold Season
A% CTHIE L T\, AR Z TN Fig. 1. S b E Okt

I, ARITEETH LN, BREIUSNOTEFHZE LTEASID Z 20T, FARRAKIZ R
MERETCEEN W EHEZR IS,

(#Z52)] EIRF. HhAREAZEATE O O RHFEIAT [LeMSMS 12k B35 L -t EhsRmED U R 4 85 Y HH1ZE

HERAZHES : EMIRBEARA. IRXKERRICSET SHARERTA

R2 FREE, RNOAIAAEDOEE L OOV 7 ) 7 e TNV S L, b 20243 D HiEs
W Gz, SR ~&fF Uiz, PPCPs O/ir& S&kiirh . JERERA N 2 DIZFEINHI /25 TiE, Wi
IIMHEDBIFEIC O TIE, 27T L7z AIQS-LC ([ZOWTIEHRIZAL L, T DIZMMERIEF TH D,

(#AZZ0)] BFRFLEDERMAT ek rmmios @iz <m - KHHom.
1 BRIEAE

FERIH G SR O—ERIE, PR & & BITHINIHE S HL, Sk & U CBREEISHI S 525,
FDRFRERIIN O TIERN D72 < | IKEBEEAD~DERETFE D LTSI TRV, AIFETIE, 20
&9 TR R R EHAN OB AT, SRR OREERT & | YOKBE~OAERERMEATHm L, 418
RO 5 Z E 2 HIE T 5, R2 L, XS E % Sulfamonomethoxine (LA, SMM) M UVifi#
WM& Uic, XIGUE DR T OB E AR 7 LC-QTORMS % FIVNTHHT L., A A EED N L
T8 (SRR OIFEEHER L. S DI, FOREEED DR ORSE Z W THEE 23R 7,

2 %:h% & %g + Filtering Controls
A 2 Y Graph  Table
, e o o Time versus Precursor Mass/Charge for IDA Dependents
77 %’Ej( E S | 297.08300.13 294.0037/15.37
SMM DS, J5FRFT S IS .
= L/ INAGTI L4 DY L =1 Zeodine 2520813807 : 259.063913.34 o ol
- 260 259.0627/13.75
Ehig LTco SFRTE DY > TV % - oA
© 240 | \;55 RS 2229545/8.78 bk Zomansor 2250321659
~ 0 * 3901827 9812% - -
AFL. LCQTORMS oM |- =f [ omms. = sz oot <
N £ 20 S 1941193148 1830771485 181.0905/12.29 200 O
s 202.1815/1.42 L 67.0: s ) 185011314.89 — =—1850100115.12
o . = 18 \ borkns i 162.3853/16.35
%@*ﬂz“gﬂ N MSM w“_‘&é‘f 3 16 R181.07281.32 16397631025 — 45 0973012 e
% o 07280132 58.0978/12 68 —
ﬁ‘&l/ O\ S S T = - 162.0609/1.50 133.048810.87 i - 165.0815115.67
- L 7\‘_.9 DISNIE oo,y TIOIETEST 1210087700 b wele TR R T
S I 7 0 il 3014.0 148.99991222
DA E— FCEfF L7, 00 R
100 116.05381.33
o 107.0531/1.25
Sty — - 20 |
At DT —2 &b L1, OZEDF i
1 2 3 4 5 6 7 8 9 10 7 12 13 14 15 16 17
= 27 g ,:i:,%f/* Time, min
£/ \
*ﬁ\ @7 7 7 )( / ]\ *ﬁ?ﬁ TTI/ A 95 of 1026 merged spectra visible

BN BTN OREEHEES  Fig2.  ORGTIADDIRONET Ll — I —A A ORSETE R & (R

1107, OFEGNTIDIX, 14HD7 Z 7 A Nl UTond, PREFIREE, B R, 7% R0 DT
LC. SMM OOy & 1 3HEE T & Teinotz, @7 77 A2 MRFRTIE, gy 7 Vink 95 [Ho 7 LA —
—AF U EHH L (Fig.2). RICSMM D7 F 7 A v MR D ISDREEEEEZ RN L T, £ MSMS A~ KL
HED TN LT, 4 O L —T—A 4273, SMM iy Cib 5 alfeltnidh 5 2 & RS-, ARl
FERD T NE, DFREESIRIR X T2 LB X B, SMM ITSERICHRL TR Y, £t HE i
SNelnoTz, ARIE. NRGEIE FRRET L7 5 2T, SMM S ORSEHEEZ T > TN 2 & & LTWNA,
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BRI A T NV abheD & LT PG R, WROMT O BAEEEE C. B A FUEEtER] (Radh
&g 1y (B, EAHE N U AFAT BT A AF L)) TR ML) IMEREND, F
7o, BEEATOTBAE, BRI & FKICOWT, BERHE AT 2 &R R~ =27 MIBE ST A,

TNEST, A AU SURIEER] (L%, CS LR 2,) DRIEELMSLT 5 & & bIT, R RORHIEI IS
R 27280, FEHFRFOW K HHRE L~ L2 {835 2 &2 B e L TRitatTo72,
2 A&

FRATHILA © 2015 FOZERFHC, BEH. BYNROFEIHLDZN 5 THHTFIZ DUV T, HiZeG5E%) D )
BRI X\ NFE D3RR E SHU T D KON 1| 5 ATz Bkitium & U GEE LT,

HEITEE AR D CS 13, WEFEEE E CLTiT L7 JIS et Bk (O L o DI EEE) I L D E & & LC-MS/MS
R DG T EAT > T2,

3 R
-1 HBihmd CS AIEHER

JIS X BIEIC X VE Lo R D> — R Ze O CSIREA R 1IDRT, £o, & FREZE 2 TR Lz

D, LC-MSMS 1T K DRG T h & X 11T,

F1 FHUEO IS S EIEIC X DA A RS T
4 HERERT Y
i IR F ! % £ B E
S TF <002 <002 <002 <002 0/4 M___MJ’JW
NG PR <002 002 <002 <002 1/4 1 e 1ug/L
PRIEE By 0.02 002 <002 <002 2/4
) A & IET <002 <002 <002 <002 0/4 ’
BE LR T —Bh <002 <002 <002 <002 0/4 1 LCMS /MS DI 3
SHNL : mg/L Sk a=o WS, 7eds, MIERFY T 3-2Q0 5517 = —CHIE L7-fE &)= (N AW R0 BAFVY) ThEV sy

DD LIFBEDIRTEEL 12 DH D

JIS S BYAIC K HWET, KIE MR OSRIERGD 2 7T CE R FIMEFEEED CS 235 S 417223, LC-MSMS (12 X
BIESYINTTIE., 7Ra~DiyThdHE ) (B AFAT BT LAAFLY) TR ML AT SN
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HZ9.6.21 I ] Staphyiococcus xylosus ]
H29.7.4 ki O Staphviococcus horminis O
H29.7.139 bl ] Staphviococcus connil ]
H29.9.6 = O Staphylococcus cohril O
Hz3.11.8 sl 0 Staphylococcus xyIasus FEiE
H29.11.28 ki 0 Staphylococcus warneri FEfE
H30.1.17 = 0 Staphyiecoccus cohnii FEE
H30.5.9 = O Staphylococcus warmnerd FEHE
H30.5.9 sl 0 Staphyiococcus cobinii FEE
H30.5.15 g1 0 Staphylococcus warnerd FEEH
H30.6.20 =) 0 Staphylococcus warnerd FEEH
H30.6.27 sl 0 Staphylococcus cohinii FEE
H30.7.3 i 0 Staphyiococcus saprophyticus FEE
H30.7.3 i 0 Staphylococcus warnerd FEEH
H30.7.3 i 0 Staphviococcus saprophyticus FErE
H30.7. sl 0 Staphylococcus hasmaolyticus FEE
H30.7.18 sl 0 Staphylococcus xvlosus FEE
H30.7.18 sl 0 Staphylococcus xyIasus FEiE
H30.7.18 = 0 Staphwviococcus galiinarum FEfE
H=0.7.18 = 0 Staphylococcus xylosus FEE
H30.7.18 sl 0 Staphylococcus cohinii FEE
H30.5.8 sl 0 Staphyiococcus cohinii FEiE
H30.8.8 = 0 Staphylococcus xylosus FEEH
R1.5.14 Hi 0 Staphyilococcus warmerd FEEHE
R2.11.4 il o BIE-THE o
R2.11.4 = o BETHE o
R2.11.4 = O Aerococcus vindans O
R2.11.4 = ] BE-THE O
R2.11.4 = O Staphylococcus xylosus O
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