B 3

TH4-5FE ELATENFMAERMBES (RMDOLZEMAHEENTEERE)
TR 6 FE RMELENFIERMGE (R LEMFIITERE)
BRPERERESEORBIEFFICI T 2 HEOMRI AT 2%
(#ef) oHEMEREE

P 3. ATLER & SATERED A T A bz B L B8 riE O
Mo EE RUTE (BEMRE RERREOTTLENREE - 2R)

MRES

TR, FEMMEEITOTICHED T L LBA A BT LORAE— R T L EHNT, BEh
DEE 7 VRS — R, JVRTF— N BLOENLOREM N-TEF LT Y AP — K (Gly-A) . 3-
AFNEKRAT 4 =aFa 4 (MPPA), N-TEF L7 ks F—b (Glu-A) ZRIFFEET DI
oo~ W7o 7207 NERSHE (LC-MSMS) #BH% L=, BE 7 bkt L, Wil
CsH— RV oI NTREBAF RN, H— M) v N7 L%HHL, LC-MS/MS TE&R LT,
7 U ARY— R, Glu-A, Gly-A, MPPA (i7" e hAbIicES<~ A AL A EF— FTRIHL, 7
R F— MIKRTT 4 TA A E— TR LT, Z 0BT — . Glu-A, MPPA [ 1~20 ugkg ®
BEFH T, Z VRV — b, Gly-A 1T 5~100ugkg OEEFHA CHRERZFE N LZ, WThoREiR
DREFENL 0.993 L0 bmdole, B LI-JEICT, Z U ARY— b & Gly-A % 25 pgkg, 7Lk
T — k& MPPA & Glu-A % 5 pg/kg BN U720 5708 2 O TS R 21T o 72, 5 pg/kg 13K
PRI DN TN D, MRl OR R, BAFREIER (86-106%) &FEE (<10%) Z s L7z,
AR L72 A Y v FOE&ERF X, 77U A¥— FTS5ugkg. Gly-A T 2ugkg, 7 /VRT 3 — k, MPPA,
Glu-A 1% 1 pgkg 707z,

2HEBIXEM A — R U » U H TP N-(tert-Butyldimethylsilyl)-N-methyltrifluoroacetamide (MTBSTFA)
2 & B TR AR H AR AT, KEHROZ Y A — K, 74k r— bk, Gly-A, MPPA, Glu-
A ZRIFFERET D LC-MS/MS Z B3 L7z, ARHRZRICT & h=F UV TRZ 37 % AXs [EFHS
— MU w V&AW ERH CHMER A BRE L, A A AL E OB R R/ NRICT S L O ITERIL
7. Gly, Gly-A 1% 0.1-2 ng/g D#ilH T, Glu, Glu-A. MPPA | 0.02-0.4 ng/g O #iPH TR EAR & 1ERE L
el ZA PERE (R?) 1£0.994 DL Lo BAFARE#MEZ R Uiz, & TIREIL SN =10 % 22 Gly
0% 0.05 mg/kg, Glu A% 0.1 mg/kg &R L7z, TAEITIHIT D KED Gly DEHEEIX Gly-A & DR
1T 20mg/kg THY . Glu DIEHEIL Glu-A B L NMPPA L AR T 2mgkg TH 5, HEEEL LD
HY MR O 72 8 Gly 281345 5 mg/kg, Glu ZH134 0.5 mg/kg £ 725 K O I KRE~RIL, B, §f
ITHER LOSNTHREE 2R U, BRI 97-108%, DM THEE X 2-5%., ENTTFHIGE 4-9% &
RO TA RT7A 2 OAGE (UL 70-120%., PHTHEEE 10%Am0 ., SNFFBIEE 15%A0m) itz L
7= . MHEE Ty NEOYAEMEA Y T A AT bR L. U AR LT,

3ERIT IEONATL ) ZRGE LT, LC-MS/MS Z W= x A =aF ) A KREEKI1T Ko E—F
SN DTk EFE L, ERE~OEAEZR T, TEXITY R A IF /0T YR FTARF
Yo, FTANSV LRI 0 FT=U0), V7770, Frruar) R, F7r7url R
BT T s a7 Y KT IR), =7 ET A =7 U ET ARBECPMA, CPMF), 7r=73 K,
7 =% FREP(TFNG, TENA), 74 7n=/L, =FFo—)L ZAEITV T RAJLKFH
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(Z &E DHERTT L N LT, >

M S iz, Ak

7ad 17 Ry EREWE L Uiz, BRI LIZIE o A% 9 10g 124 L, QUEChERS ik & [H
FRHNHIE(SPE) & LA G o E 72 1A THIM - B Z1T 572, Smart-SPE PBX 35 J UF PSA il L THll
ML, sMem sy 2 brs L TR b EEZ LC-MSMS THIE Lz, TRANEIGGRER IR o4
FEAY MRL F 72 13— EFE0.01 ppm)iZ 72 5 X S WIN L7, &Ry D MRM 135t L 72 B EiFH G4 C
AL ZAT 272, 1E D WAZ 5 P OIHERy Z2 3R K < BRET << PBX & PSA ZiflAf o7 SPE
Y MEREmARER A R 2 AL 1 H 2 FT. 3 BRI O L7z, FEYEE
DERE STV DRI OWNTIL, WL h BAFARBIRNE & EHRMENSE OV, B, OMTHRE. =N
PR & b IR BAEICIN E 5 BAFRRERAE b vz, REATIRIE O LAE 9 9 3EHT I H
%ﬁ%ﬁotk:%\4iﬁ7ufuﬁ\V/%7?y\7u:ﬁiRk%@ﬁ%%2&%\xw$
XHoraL, 74 Tao), IaFT Ty TIVE T U7 a O BRSO T
F EONAE IO T =aF /A RREIEOSHEL L THEHARETH D LR
BInic, T4 MFAEBBETT 2 TETH D,

WAFRE  OHEEAE. AR BN, R
e, BPATEEE ., RRAVERR (RIERRT
). BAEE, RN (ENLERE &R
TERT) Mk B — (REERKRFRFRE, 74 A
T 4 A = AfE)

A. HFRBEH

TAE D & OB R D 72 8D O£ O
BB TFIEO EHEFR L O OREED 7=, &
PERIE R N A =aF ) A FRIEEE %5 b
L C. fhiHi% QUEChERS {E% DEFEHICILA &
NTWDHE LR CEEEAE RV, Z0%OREHR
BEE R H T 5 & LT EE) S LC-MS/MS
SETEA Y TA AL L BB E BRFT 5
Z LT, i, fHE T, W O R R AR
RIERALEOMS A2 BT, 1FRIgE S
DR 7 VRV — b, AR r—h BLY
T O/EY N-7'F L7 Y s — 1 (Gly-

A) 3-AFINVHRAT =z a4 8 (MPPA) .

N-7E®F NI R x—hk (Glu-A) (Fig.l) O
INTEDRRZ 2HEBIZRKEF D7 VR — bk,

7 ViR 32— b, Gly-A, MPPA, Glu-A O/ #1k
DB L A T4 ALl 3ERIZ IZ O
NE D I D IRER SR T O RTALERL Aﬂ&%

w%ﬂéﬁ%?%éQﬁmﬂ$%@%ﬁ%&l
FRFH VR LS o T H B2 O Tl - kS
B R L7z, £ LT LC-MS/MS ZfiH L, %

F=aF ) A4 FREKLZNODOMRHY 17 ik
BT B EOBRE 2R AT,

B. BrRE5E
1. RK - A

LD Gly (98.9%) . Glu (FERE 23R ) |
MPPA (F%HRHGABA) . Gly-A 1IE L7 11
SRR L2, Glu-A X7 =
MMEFER L, 78X 17U R (98.0%), A
X7 a7 R(98.0%) .Y/ T 7T (99.0%)

FTAREH LA (90%), F7eTdF 7T =T
(99.0%), 777U LK (97.0%), F77nu
7V R-T7 X R (98.0%) ., 7u =71 X N (98.0%) .
TFNG (98.0%). TFNA (98.0%), =7 > E 7 A
(99.0%) . CPMA (95.0%). CPMF (90.0%). A
VAR FH T aL (RERIRS M, 98.0%) , =F 7
72—/ (98%), 7 4 7=/l (98.0%), 7/t
Zv7ur (£100%) . 7tb:b%v@OMs
). A% — (HPLC H). X (98.0%).
MMT/%:WA(WWQ\%M77$VWA
(K, 99.0%) . HifkF MU L (99.5%), <
AMEKFE T MU T A 15 KW
(97.0~103.0%) . < X ABR=F FU 7 A KF
¥ (99.0%) %M\ iz,

i E KL o MTBSTFA (97%) &
MTBSTFA+1%TBDMS (295%) % Merck 154 %
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FEH L7 BEHCRR R % O ACN (HPLC Al .
MeOH (HPLC fl). EFfRT > =7 4 (Fifk,
97%) . WEEE (Rrfk. 99%) 138 L7 4 L LF0
(B e e W AU W 95 BV NIEA v S T e | 31
FE. T AVARE, BT HEBIOHEELZHEH
L7, BIRHHKENTIEXT AV IE - 7790
PEIRG . AT HEZENL, £ANTRZIET
AU BERME LIz, BERLBSINES LA
FHICEHLTIEA—R—THALELDOF N
7=
2. ATALEICMER L2 EBR L UHRE

1.5 mL F = —7 % WATSON #L8 50 mL F =
— 713 VIORAMO #8450 mL 7 = — 7 iz 0>
S BERI T KUBOTA 18 (Model 2410) R & 5 #%&
AR 15 mL T 2 — 7 B3 D Sy B
eppendorf £-8 (MiniSpin) Z i/ L7=, ¥EHlic
EH L@ — R v D3 T XTI A AT o
oA =AM SPE-Presh % 7z, if
SHLBRC TN 2D EF A — ~ U > 213 SPE-
Flash B & 7z, R A= F 7 A RO
M/ — RV v C18, PSA, PBX (7 A A7 ¢
A = A8 Smart-SPE) (X7 A A7 ¢ ¥4 =
v AR T,
3. PR L UV LC-MS/MS ikt

KR E ORIk v~ N7 T 7-4
VT NEESHTEE (LC-MS/MS) ZfEH L7, K
K7 v~ b7 T 73 EEREEFRRO LC-30AD
DR 7 & SILI0AC DA— b2 7T —%&{fi
L. o7 2EESFHIEERERRO
LCMS-8060 2l L 7=, #2534 2 B LTI,
UHPLC PEEK InertSustain AX-C18 7 7 A (2.1
mm 1.d.x100 mm, 5 pm; GL Sciences, Tokyo, Japan)
ZHAWTITo 70, REICEH L TISHT D 7 A2
IZ InertSustain C18 (2.1 mmi.d.x150 mm,3 um; GL
Sciences, Tokyo, Japan) Zffif L7z, 7 7 AR
IX 30°CIZRRE L, H v 77 —TF —NiL 4°CiC
RE LT, EONAZI DRI =aF ) A FE
DT D 717 20X, InertSustain ODS-3 (2.1 mm
i.d.x150 mm,3 um; GL Sciences, Tokyo, Japan) %
L7z,

WEE R OSHTICE L CiX, BEIMEIX, KTk
F=hRU (3/1, viv) H1D 2% FEEEH LT 0.1%
Wi 2 BEHA L LT 7B F=R Y LHD 1%
Tl LN 0. 1% MR 2 BEH B & L THERL L .
053775 253£ T95%B.3 53 T 10%B £ THEH,
6 S RFE. 143 T 95%IZRT, IRDIEADHIIZ,
VAT L 3 B L, e 0.3
mL/min (ZERTE L. 7 u~ T 7 0 —DOER
FEH GEADLBEAET) X155 ThoTz,
K51 D HPLC G015, BEIEIZIE 0.2 mM FE
fe7 =7 A-MeOH % Jiti 0.2 mL/min Tk
WL 6 DT A Y7 T7T 4 7 WHIZ X - THE
LWEDEEL T EAT T2 MS DA A ALE
—RiZ=Lv 7 b 27 L—A 4 (ESD 1kiED
RYT 4 7 A A — KT Multiple reaction
monitoring (MRM) % FVNCo#T L 7= (Table 1),
4. PR E
4.1, BERLE O LR

MeEHUE (BiR) 10g % S50mLAY 7rE L
VIEILEICH R L, 30 mL OEHIKIZT T4y
IR E 5 LT - IBRA LTz, S HICHMAKE
F15mL Mz, &£8% 50mL & L7-, 1930xg

(3500 rpm) T 5 srfil B L2, BT 1
mL %, A% /—/K (1/1) 1mL & 0.02%FF%
AR ImL TR L7 Cs i— MU v & NH &
— U v U EMAEDEZ SPE A—FU v

(_Effliz Smart-SPE C18 (30mg) . F{HIIZ Smart-
SPENH2 (30mg)) (ZFeHE L7z, Afif S7=t
TUNFEG LT — N vy Uk L%, B
— U P& 0.02%NFRAE R 0.5 mL THEF L.
CsH—hY o PEGVEELTZ, NH 1 — U >
T% 1 mL O 1%HERAE IR CHelf L TN 2 B
L. 1 mL ® 0.02%FEFE/KEIK THEHE LTz,
0.07%7 > E=7 KEHK 09 mL TNH, #— U
> VNGNS AR LT, EHIRIE 0.5%
s 02%Y UEE T 20%NEREERIR 50
L 2Nz 72, BfRlCKkEMAZ, 2f% 1 mL &
L7,

4.2. RERBOHH DR
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B Lo KRR 1g 2 50mL AR Y 7'm
L mEREICEEL, S mL OBHKEZNZ,
50RHRE 5 Lz, D% 50%ACN KA % 5
mL JIxCeE 10mL &L, IR 5%, 1930xg
T 5 pfiE B AT 572, B35 0.4mL & ACN
0.6 mL Z{E5 L, 50FER. 1930xg T 5 57[H
OB TV BRY o7 Uiz, B 0.025 mL
& 10%ACN K¥EHE 0.975 mL 24 L, #EHH
Hik & Uiz, [ — R U » P13 Presh-AXs (55
457 V) EZHWZ, 10%ACN KA 0.1 mL
Tarvs 4 va=r7 LckICERBHEHIKRZ
0.05mL A7 L72, 0.02%FEE /KA 0.1 mL CTYE
Hi%. ACNO.1 mL CREAHFOKZIY R M
KEAT - 72, BiAK%. 10%MTBSTFA-ACN 0.1 mL
(2 K o THEAEFT THEMRL 21TV, FRTIC ACN
0.4 mL 2N L7oSA TOANEH, RvTr v
A% 10 BRIfT > 721212 LC-MS/MS 12 CTofir %
1T o7z BEEROFHERIT DOV CIEREHn
WKOWPE L RO FEAEMEH L TAf.
10%ACN ZKIEIRIZ K Pk, ik, FFEdibis
L OVEH 217V, LC-MS/MS ([Z Tt 247> 72,
4.3. IO NAZ 5 O L RER

1E D NAE D ZIRIRZE TR TR S it %
ATl 10g%250mLAY e LT
2= &5, TER=KU/L10mL &0
. FCOEREI EXZ v FIFH—ITLDIESE
D EL 10T D179,

REW 25g %Mz, FTORE S L ¥ vF
FH—IZLDIRE 9 &K 10T 2175, g~
TR L40gxMR, FTORE S L X v F
IFP—ICLDIRE D &K 1032179, 1930
x g CiOorBEE 5 M T, BUBHEHR & 5
Do

B Z— U v 21X PBX-20 mg, PSA-30 mg,
PBX-20 mg ONEFE TliE+ 25, 7k v 2mlL %
BRSEZ06, 77 b= KU VKEE 2mL %
WE L CEMIP— ) vy Darys va=y
T EAT D, — & FITEAE L2 PBX-20mg %44 L,
PBX-20 mg, PSA-30 mg CiifE L TV 5 [EFHIC,

D 1AH 500 pL Z2 2y B L TERT L, JIEIS
Lo T 2, BHIKITRRE T2 5,
BARG— bV o227 b= b U ILKIEHK
500 uL 2@ L, MEIC L - ORI 5, Rk
FITHMIAK S00uL Z Mz 72D b, /A —)L
Ny FT3EENYT 4 72T, 1ZLHIT
S UCE A L 72> 72 PBX-20 mg (ZFRERE N
DR Z BREAR L, MEIZE > THEET 5,
WHRIZAEIZ E L3R 53 RE T 5, o
DOREREIZT 7 h =k U LKEE 500 uL % 0 %
INAY— Ly N T3y T 4 75T
VW, BT — U DICRBRENORIR E 2R
BT 5, WHIRIE 2 DB ORBRE T%IF, &
#2mL ZHERERE T 2,
5. WAt

Microsoft Office and Business 2016 @ Excel %
FWT 2 BEM O Ll iE t e, 3 BERLL B o ki
I tukey FRUEIZ & o TREGHUWER 21T o 72, F£72,
FERD Y 7 N & T2 MEREAn R IRF 0 [B1Y
BRI 2 0MTRE R L OENBEREIX
—JCRLE BT LV R LT,

C. IR KRNEL

1. ¥EH D7 Y R — MEOSHT

1.1. 57 b L BEFEORE{L

FpkE s i < kR x e B LRI EE A FF D S
FEFA D Tt G 2 [RIRF I 3T 2 721, »
S OMDEA AL MW T Kt Lz, et
L7e# 72D 955, TSK gel Super IC-AP &
UHPLC PEEK InertSustain Ax-C18 7 7 A0 b
BWEREZ/R/TZN, A—h—~=a2T LD
& . TSK gel Super IC-AP [IBEMHOT & F =k
UVIRSEWGE TG LTy, £, kg
A AW F Z 2 (TSK gel Super IC-AP) % VT
SBEL -G oA 3.5~5.4 43 TR
SNDITHEPPP LT, N-TEFALT YR —
MO —2 0315 ik < BB S L2728, [FARESy
Bricidis S 7p & & %2 7=, % Z T, UHPLC PEEK
InertSustain Ax-C18 7 7 A& Wil L2 A 4 A2
WOREGE— FTHET L2, BYOBEIFHS
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& W84, Gly-A 2B L TIEiifid oun<
FERTITZ2 o 72, Gly-A DIEH B FEFITEL |
E— 7 OEIENIEN Y | BERENMEEIN
72o L2vL, BEMEIC 0.1% DOFRZ Nz 5 Z &
T, HELIZHERREZSGDL LN TERL, &
512, LCRTIX, @ROEFEICL Y E—r T —
U TIRFRAET L2, @REEERNT A
EHAL, A7 LA (SUS: SMERAAT L
) oD LC 74 & FRERIRY PEEK F =2 —
TIZYI Y B Z 7=, LC-MS/MS /0 #ric 17 5 MRM
T R, EYERE S T 2V REE HOV TR
w7z,
1.2. i3BHODOREFAR L eSO ER
9. RO pH (pH3~8, 0.5M HHFEIAIR
F72IE IM KERET R U U AEEROTEINC LY
FHEE) 23, SPE PRiSLOMEY L TN E D5y
Wrxt Sy DRI RAFE T B A et L=, fh
HIE D pH %24 2 T, SPE Ve th O Dl
INRIZE T 2o T, Tz, B THIE L
MNF VIR D pH 1% 3.5~4.5 TdH - 7=, SPE
=R U T BT EERHNEERENSD T YR
P—h, IR R— b BIOZEOREH OV
HHIEERT LT, NTF IV U7z, B
25T 2 BEERSCZ RN WS OE Eh
TWAED, 7V =T v T ATy 7 TING
DFEFRRCM O EWE ZRET H 2 & 2Rl A T,
MO 1 mL 7V a— &2, HH22U 1 mL
DAH 7=k (1/1) BEOT mL D 0.02%FE
FETA IR CA#E L7 Cis (30 mg) B K TYNH, (30
mg) 1 — VU vV L FEIRFIH A G DT SPE B
— MU PICaAm LT, AL — ) v
% 0.02%KFEAVANZ 0.5 mL T Lz, ~F IV
B DR CRENIE 72 & ORI H X,
Cis 1T LR E ST THRE L, BEOEWT
=AY VR A FEO NHY B T AT, T
TORHHGEMPIRFFSND EEZEx DN, T
T W7 E ORI EWE L, 2 b OEHE
RS NT, BREST, 7T =AU AR
D& D BRBEHEWE X, O ktg L & 12 NHy
T LTRSS N2, £ T, Cis W7 A%EY

S L. NHy 7 L% FEBESIR CHE3+ 252 & T
FRtEMVE 2 bR LTc, ot 8emid, NHy 7
AP OIRHVEBE T Lz, NHy 77 L0
TR AR AR o NH4OH O (0.017,0.035,0.07%)
L7z, 0.017%? NH4OH % iEH AL
RAWIZGE. 7Ry 53— R USO8
DAL 20% A5 T > 7=, NHsOH DIREIC
K17 LClalERigm E L7z, 0.07%% NH4OH %
R & LT L7256, T X T ki4
IOV TIEIE 100%D BRI S Hiiz, LTz
235 T, 0.07%% ¥ NHAOH Ot ff & L
72 NH4OH #EfE% EFC pH % LiF 5 &, NH,
DA FMEDMET L (NH; +25 NH (2284k) . VU
VIR E RO BB DS NHy 71 7 L B HIBE L
TIEHEND Z LB h D, VP IEBE O R
(0.1, 0.2, 0.5, 1.0%) ZfxiwE{t. L7, SPE %1 7
DOV IREE L U CHERRORE 22 % TH T
MOBLRIZ K E 2B R o T2 7o, Pk
W& LT 1% A Lz, S HIT, BEgO
B Z FIFTC pH %2 T 5 & BRIEWE DRk
T SN D78, NHy BT Lo b YW E B vk
U X7z IR HIIRIZ 0.5% 7 = U BREs K00 0.2%
U UREERIR G te 20%MERRESHE S0uL 2Nz T
FEVEIC L, ZKOBINC L0 — &R & ImL (2775
L7,
1.3. v bV v 7 AR OMREFE

T T s (REE) ZHNCT, v ) v
2R (%WME) #H M L7=, ME I%, 71
~ N w7 AR OGNS ORI)GE . R
BEHR DS HT RGO RS THEI S 72 EIZ 100 % 3
Ulfie LCHEBENET, v Y v 7 2D
BINT2WEA . ME X 100% & 725, 7 U k¥ —
& ME=114%., 7 VAT 53— hid ME=102%.
IS DA ORE ML ME=88~100% & &
HENT, BEORLTHRESHICBIT D ME
Z130~150% (7 U ARY— 1), 50% (ZFLAhv
F— k) LHETEESNTWATED, Fox ORTLHE
JFEIC X > T ME l3/Mb Sz, LavL., Hi
PR 1 A DG bIZ BN T, TFIESmE =%
< GRS DRWEERY MS IZIR AT 5 AlHE
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R %, 2T, LC-MSMS DiEG#RL< T
DIZ, BIDOSHTHE (GCMS) % W T EY
BoOREZMBE L, 22 L7 SPE FEIC XL 51
EWE (AR L) OBREEZFIfIZ LT,
1. 4. Z 2 MEFAmBRERE R

7Ry F— bk, Glu-A, MPPA Tl¥ 1~20
pgkg, 7 VAP — bk Gly-A TiX 5~100 pg/kg
DHEIPH CTROT-mEMRORERE R I
0993 LLEL7Zro7 (Fig.2), BARE LAY v R
ORI+ THD LW LTz, AABLID
EU IZR T2 &E D7 Y R4 — O MRLET
H % 50pgkg (77U AV —h :25ug/kg, Gly-A :
25ug/kg) WML, RERICZ VB R— RO
MRL fET& % 10 ngkg W58 L, 15 pgkg (7
JVIR T R— b 5pug/kg. MPPA : 5 ug/kg, Glu-A :
5ugkg) WL,

ZOfEFR, 7 VR — K& Gly-A IZHOWTE
FE 104~106%.RSD3.3~6.5%, 7 /LK ¥ F— b,
MPPA , Glu-A |22 CIFEFE 86~110%,RSD2.1
~42%% 7~ L7z (Table2), 26 DOffIX, BA
DA PRI RRER L (B4 574 2010 46k) C
EDHNTZEIEE (70~120%) &FEE (10 ug/kg
T<25%, 100 pg/kg T<15%) D HLUED FFEHiH
WThD, EEIER (LOQ) (X, 7' VAP —FhF&
Gly-A WENZEIL S BLO2 ngkg, 7 VE V%
— k. MPPA 5 L O Glu-A 23 F1LE4 1 pglkg &
HEE S,

1.5. ~"F I YRBI~DOEHA

FRARE PR A K UM Ot L~ LB
LHIEMESD 2O, AARTHEALHRO T
Y S RIRIZOWT, IBELIEEE AW TS
URH— bk, Gly-A, 7L F— k., MPPA 5
L Glu-A DEEALE AT, TORER, T
ZFEDY T InHE 7 ) AY— b (26 ugkg)
IRy x— b (2.8 ugkg). Glu-A (1.9 pg/kg)
DR S 7z (Table 3), THIROANF I VD
Glu-A M Sz &9 HiEiE, FE LR
DNVEFETIZRNEEZZ TS, LTen-sT,
T VR —FBIOT VR FX— MIDOWT,

A T2 S SICEERT D 2 & A
Thbb,

2. RKERBH DY R¥— MNEDOOHT
2. 1. EMEBEMELIZL D LC-MS/MS LD
ik
2.1.1. EMEFEMLRIG & MS &EORE
S BRFHE A EYENL % F N C  OMTBSTFA 338
2 Lo CHEEFHERILZITV, Gly $15 pg/L B
FO'GluJE 0.5 pg/L IZFHR L, MRM §{4- 0D
WL AT 572, AWFFETHWZ Y U ERISE
A FIFA1Z OH Je EOREHENKE L, 5 B
PR Z T, BEFEIT fert-Butyldimethylsilane
(TBDMS) ME#T HRISTHSD (Fig.3), A
WRFE T, A A RHEH A — Y v DI
EXT R & R SIS, BKEITO, 3
BB R 23 2 & CERMAHESR L ET
DL E L, FEMES IS ERERE 7 1
— oVl va k). Ly fu AT L
—A A4t (ESD) {ECMSIZEAL, A%y
E—RNETuH 7 M AUV ARy U FE— RTH
WradTH> 2 L2k o T, FHEIR LR EIR D
A F AR O B AT - T2 ESTIED R T
4T RHT 4 TAF = R Tl EIT- 72
FER, TRTOEERICBWNCRY T 4 74 F
YE— RN TEWEREZGZ, £0%k, FHEHt
YR DT ) h—Y—AF 2 TaZ s A
V. BEFEOREEZIT o7 (Table4),
2.1.2. BEHORET

2 U A DALE IR o3 fif 2 il = 3
ZENHEINTWS, 2o, BEEICE
RKEAND Z &7 < AL D H Tt 217
IMENDHD EE X T, FMBF IR A ER
ZRAWT, BEIHE L CEICEH SN S MeOH
BLO ACN Z@RLEKEOZNZENDOE —7
AR DREES JORE AR U, et
EiToTo, ZOREF. ACN X MeOH (T~ T
Gly, Gly-A. KO MPPA |2\ CHEITEE N
o Teh, EH L BREN R ThRiolz,
CORREREZX T, AFUMLELRESE DT
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DIZHET B =0 L BEHICINT 2 Z &
BB Z T, BEET B =T A ACN IZIET 720
728 MeOH (2N L, FEfET € =7 5 MeOH
OB TR, KR, IRINIREL IS DOV T AR
DOFFEMRCIEAER 2 O CHBRE LTz, T Ok
R HRT CE= U LAEIRINTSHZ LT Glu
DREEN ACN I[ZHARTHEICM EL, DIk
FEHm U, 72, IINEEIL 0.2mM ORRZ
EEEL R LT, BENELS, HENZELE
0.2 mM i 7 > & =7 5A-MeOH % B EH D i
WS Lz,
2. 2. EARMERIE & BEARIRIEDO RIS S&HED
53T |
2.2. 1. FEMEAE OB

VUM T 7 A FOBEHILIZ K-> TG
PEREEN AT D, T A FRITATFIVENR 3D
ft& L7z Trimethylsilyl (TMS) {23 & BOG L
T < oS LT W0 SBITHIEIZ IV T TMS
kA% & TBDMS fBAE D MS A7 FLZ bl
L7z & 25, TBDMS {KARHERR D MS A7 |k
NOREEREOEREZ R L TWD, RIS
T TMS (L2 FHW 285612, 3 Claamasib L
7= BB O MeOH (2 & » CTHfiRd 2 L HEHI L 7=,
DI, MKGIFE~DLZZENES BEIZANT
AR T ORI & vy TBDMS {Lak3E 2
Uz, JEATHFSEIC 3\ T, TBDMCS & Hi5EiZ &
% BOGIZ & o THEERALS b S h, RS
EEmD DO, GC-MS iz W\ T
MTBSTFA (Z 1%TBDMCS »3 i - 7= ik # % A
WOSHTIERZ S HESNTWD, £ T,
MTBSTFA #{3E & 1%TBDMCS+MTBSTFA {3
12 LD RS ELCIRE IOV TR 21T - 72,
ZORER, EHLLORIEE - THREICHE
HBALIZFTRE T d o 72723, 1% TBDMCS 3N S 4
TWAHEHZEBWT Gly BX O Glu 2350fiF L, &
FEMARA-4r b lpode, X, FBEMRILZRICAE
T DA A A T A 5 EBIFITED E
O, HH L U TR LR AR L & SO Loy il 2
RLTWD L& 2=, ZD7=H, MTBSTFA 3K
7 s SRR L LT,

2.2.2. FEMCAREOEMEI— Y vy VHFTO
FOSERE & AR SO MGt

MTBSTFA (T X 2% EHFEARE A BT IS S
NTWRWZ &b EHP TORISKRH, A
FRESIES0v H 7% O IRF[RRIEIC K 2 22 e M & Mest
L7z, 1ZU®IZ, B — MY » PR THER
{LRRIRIE AT O REICIAEH T2k E 5 ok
B LB T Dk & i Uz, 2 DR R,
B — R U DHICREF LTV DAEHES & 56
EAALRIIZERICSUGT 5 2 E VBT L7,
TR AT O EFE R CHE T 2 &3R8 AR Lak3E
BLOEEESERE T LR H -T2, 5
WAAERIRIR AT %, BEBICERT 52 & a2k
WML Lo, WRISHEMEERICHIRT 28
% MeOH 3 L TN ACN & L TLEMED i
FEATo T, WHUREL L LTk L72 MeOH 1X
FHERM L TOLHET 2 MR T L, FE%
{E#% 90 43T 0 4312~ T Gly 38X WY Gly-A (2
BT, RE R T 35MeRE S iz, xF LT,
ACN IFFFEMR(E LT 5 90 25kl L CHLEE
TH Y, Tz 24 FEEFRE L CTH K E < BREIHK
T Lotz ZORRNG, EReIHT 21T 9
LA, AL ACN Z i gk & Lz,
2.2.3. BEMFBERLIC L BHEL L BRREL
TR D FHEARALE T O MR R SO R RO K
ISR EIEBRESETH D, BIEXRWE O
ik & L T.FMOC-CL, AV MR R U A F )L
3,6-dimethoxy-9-phenyl-9H-carbazole- 1-sulfonyl
chloride (DPCS-Cl) %#% < OFFEMR(LAREEIC
LA MENHRES LTS, L, KGR
FEREOEEN S  BOGKH S BV 2 & AR
EINTWD, Fo, AV FHEEE N U A FLIC
£ B FHE AR CIIRUE R E CRBE 2R 2 &
DIRBEER R 2T L T\ b, £ 2T, Abf
ZEDEFIFBEARAIZ X > TR TR R S
DT 21T o7, EORER. AL TOE
FHFREARAIE IS X o TROSFERITERD . RISIR
FEIXERIR (25°C) TITA T2 &b ROHTET
PEHRIEL D LEECHRETH D Z LB LN E
7eol, EBHIT, I BAEOIHEM L IEFER
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ik & EHERE SRS LD RE DA% 5 pg/lL

IRATFHEARAFERIC LV i 21T o728 2 A,

Bk & He_T Gly : 3208 fi5. Gly-A : 308
£, Glu: 3%, Glu-A : 75f%. MPPA : 23 5%
ST S R D72 728 MTBSTFA O %A1k
IZ X > TRBEELEZ WREIC LT,
2.3. KE.OHILEDEHEL
2.3. 1. fIHGAOBRET
REDFBRENEIE 7, Rk, 5
BT 85 Hlax LD, ZohTHLH I E
1349 40% % oD, ZDE L BKEMEZRT Z &
No, HIRRMEIZIRIEL, v~ ) v Rk
LTAAMAEZRZTZENB LD,
ZZ T, ACNIC K BRZ T kBT, 130
DIZ, WK 1 g ITRAEMLIRIR O E
73 Gly, Gly-A:5ug/g. Glu, Glu-A, MPPA: 0.5 pg/g
D EIITEINL, EIET 30 piE S,
Z D%, BHK 10mL 212, IR & 5| 1m0k
(1920xg) %45 5 43 Z & AZATVKRIM L7z, /K
K 0.5 mL & ACNO.5 mL (2 CER¥ 37 %
1Toles BRZ VNI B O EZRRL, AXs
A—hY yPiz@L, FEMMEEITH> LT
R (ESASINRR-RRA 7 Z o 7 BEER)
x100 (%)) 3B X OVHTHGEE (BINCRIE (R /8]
INERFHEIX100 (%)) R LT, ZOfER, 7
JARY— FBIOZ IR R— bk DEIEREHR
120%% 2, Z/VARTT— MIOWTITHEED
BT STz, ZDOZEND, BE L /RT R
NENLEE 2 BRA /87O ACN % 0.8 mL,
KA 0.2mL ([CEHE L, [FEROFH MR 1%
IZ K> TEMER S GHMTHEZ R L, £k
B, Gly DFEILED 40%F TR TFLTLEW, B
BT IED ACN B EEITH D E&E 2T, &
ZC, AKHIH A 2 BEREIZ AT, 1 BXRE BB AR
5mL, 2 B H 1% S0%ACN /KIA#K 5 mL Nz T
K ERE DR Y LR BiTo T2, D,
R 0.4 mL & ACN 0.6 mL (2 X R4 v /37
BEATO, FROFERIEIC L > TEIE L
REZEM L, TOME, TXTOXNEYE
2B T 70-120%IZ 0 E D RAF7A SRR %

R ULTZD Al 2 THRD & EIEED 120% % 8 2 T
WD RRIRLCOM TR E & 10% IV R 2R LT,
ZDZ LD T FUSMIA A AT
EH 2D~ R o7 AR L, BRSO
FIRT T2 LB 2, BRICK > TRA R
DR A B LT,
2.3.2. fRA AU RBAIEME I — b Y v PO
HE B I oKEFICHB N T, Vv
FRlLo VAR X VN A A B E T2 ) B &
Fio, ZOZ &b, BA A BRI ER 7 —
MU DICREERSED Z ENAHEE & 27208,
T D EREIEIC L > TR OSSO~ Y v
J ADKER)ENRIR D= OFEMET— R v
DREFNMETH D LHR L=, £72, BAF
URPEREELITIN X CHUKYEE RIS A A
RHE eI A IR TR — R Y » I A
WK G E OME b, REF) O LD FTHENED
bbH LB, BEA T RBE R D I THERR &
NDHEET— BV » PIZOWN TR AR AR
W KOS O L RiT 21T o 72, It
Rt T B — Y v U o
IR X 7 e et ((CHCHCHoNH,) %
A SE N EMHA—F) v bR ~v—H
RIZ 487 2 > ((N(CH3)3")  ZHEA S H 72 AXs
BT — Y v PO 2ETH D, RitOREE,
TRTCORMNEWE BT AXs 2 L= 708
NH, fEHIFICHERTHEICEEZ R L, HED
mL Ipote, ZOBSIL, AROBRIZ B IxS
W DS NHy ~MRFFE TSI L7z & bz,
AXs [EFEA— R Y » CHOFEREREDOZEFHEIL NH,
BFHT— ) v HOEREDERL b F
F U MER RN T ORE R G E D38 < PREFL .
B TE L EZT, 2O, YU BF
NAEOFE S — N Y v Pa AT 5 2 &k
J. BRECRENLCRFTHo TR Y ~—H
EOAXsEFA— M) vV EEHT L EL
77
2.3.3. BKHERFREMEI— M) vy D2 K58
BorEt
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Refhtitco~ ~Y » 7 212i&, IFE (L
Fr) RONENEYHHEEN ST I TS L
O L UDIZBUKEWERREIC L D EINERTS
FOREDN 2R AT, £ 2T, BkEME
HRRFFT D Cis BT — MY » URBUKMES
FOBKMEWE % N7 > A L ARFFT D PBX
UL RY RF LoD =P ) [EH
F—hrVv¥ (EA) & AXsEHI—FY v
(M) ZERE L, o Cis LOVPBX 121X
BRAKPE DA & AXs 11T B BT RIE % (R
FESEDZLICk DEIREE HHTRE LR L L
oo RFFLTZ~ MU v 7 R EFHEAR(EIE ONTIR
HSERWeolz, ERFERMECEEZ1T 9
BRIZIE, HFE L T0D CigB LU PBX &4 L,
Iﬁ@ﬁ%ﬂ@w SO — KU > &g
BHFEREEIT o0, TORER, C18-AXs (GH

%H&Hﬂ%xm&?ﬁ@%ﬁb:&?@ﬂ%
PMETF L7, JRIKE LT, Cis BLOPBX ~D
KGE DIRFENE Z BN D, Cisldy U B 7L
\ZRFEE 18 HfEA ST E L2 . T
SUATNMIRINT D Z Ll ¥7 /—n
ELTHEELTOVWDAEENRZ ., 207D, &
MR 2 RS BME NS T ) —IL L DKFBRES
A UL TRFF T2 B X0, F72,
PBX ([ZDOWTIIBUKMEME & Bl x2 R4 2 &
MORBWE RS HEEZT-, ¥ T/ —
TEPEIXBEMERI CHIR CE 2 2 & h . ARTRTOD
AT 4V a = TITB W THEBRKE IR DR
AT T3, EGERIIEKRRVIREETH > 7272
DBKMERFFREME S — R Y > VDA O A
EZT,

2.3. 4. ERERVEIFIC & SRR OmE

% DWEIRICIIKEREE X I o Th DA
Ty (=aF o), Ny BT RO RN
WME G TWD EE X T, 2O IS
HIZ OH &AL, FHESEMA T OKEF TITA
BRSO D AXs B — Y v PIcA
FURAETDHIEREZBND, ZhbHD~ b
U 7 ANA A AUMEESCHEEOR T2 Z L
TV EZEZ BIRMICREEB T2, 22T,

WA — b U Dyed TR CHERRIC X 5 mevis
Z2ATH Z L & UTe, BEREIRE A 0.02%. 0.1%IZ7%
E L, B LHEE ARG LA R, 0.1%D K
Gly A HEEIZHE <72V Glu, Glu-A 1% 0.02%
DIRFIZAH FIC & < 722 72, Glu O X Gly $4
IZHARTENZ LD, BERT2M2 2% BN
T 0.02%NERE /K AIR & e 5t & LTz, feidl
L7, Rt ChICEE RN LI & 2 A,
BN, PHTREE R R R AR Uiz,
WAL Lo St TR Rl 21T o 2k & L
72
MEREAT 3R BR D £ e

ZHE T LC &fF MS & L O E AR
oW THE{L 21T~ 72, b L7z LT
B AT IEHE O B BE A BRI X 2 Afset i s g 2
FH L, EAEOFMAIT 72, Gly, Gly-A I
0.1-2 pg/L OFiPA T Glu, Glu-A, MPPA (% 0.02-
0.4 pg/L OFEPH CTHEM A VER L R EFRE % e
RBLTz, ZORfER, R>=0.994 DL EOE#RMEZE R
L7cZ b, BT RL &b L7,
IHREFE DRI R G EZHNT, v~ Y v
AMREEH L=, <~ MU v 7 AT RN
27T 7 LR R IR AR ER A i L. B
S G DAE HER TE - 72 EIZ 100 2T U 7=
ECHH L, 2O 80-120%NICINE S Z &
TERTEHLEENTWS, LrL, AHFZET
IR 2 E AT — R U > D2 L CREE R L
LCWb7e®, KE7 727 EHBICEERM
THZLBRTERY, FERELZFERISER
BT 7HRICRINT A2 EIXTEDLN, N
TR TOFERAERED KRG T 7 VI
IR & FFEMRLAEER CAENEZ D Z &N B IE
T A2 Z ERREETCHL EBZE LT, £2
T, KEZ 7 7 fhitikes L ONRGEERILE
HLHLEMIT— Y v VB L THEMRIEL T
WA=, B — R Y v T OB
T&EDEEZT, ZOH, HHBORIRICIE
AR AL, FEREToTo e — 7 H
FEE % 2 8 AR LRI O & — 7 AR E CTHl -
7AEIC 100 2/ U C~ b Y v 7 AR AR B L

— 166 —



Too TOREF, 93.1-104.7% 2N F 2 B 7o 45 il
R, AT O~ N v 7 AR L ik L
THRERBIETH-T22 b, Losb &
EMEEZRINTE D LB X T,

Al Uiz a2 VT IR, [EIER, kS
BB L OERBRICOWTRF Lz, 3l ik
WZOWTIE, BRI EDTA RT A4 NTHKS
TEBRE 2 AL 1 B 20MT. 3 BEICHE L7,
(b L7 FIETHI R E & £V KE
T ERELEE A, IETLHE—T X
MR TETRIEIT o TH L LWLz, A
KIZBT 5 KT T Gly OHAHIEITL Gly-A & &
HLT20mg/L TH Y., Glu OHHMEIL Glu-A I
FO'MPPA LA LT 2mg/L Th b, A KT
A NZBWTTEREE S L < ITEEHEO5 %
WINT 2 L snCniz/=®, Gly JEII% 5
mg/L, Gluf8i34 0.5 mg/L & 725 & H 1T KT~
BN, RREE L 722 &9 ISR L= kL
FRAEWR & D v — 7 HRHE Tl R 2 H L7z,
BonNi-—r F—2hbREINEEZRIHL, &
D AR 2 — JCRLE 53 B HTTE TREGHLEL L |
DHTHE S L OSENEIREZEN L., 20
FER. [BIUCE, OMTHEE R KOS NHEEURE I
(G PRI T A KT A > D FEYEM (R 70-
120%., PHTHE 10%A0 ., ENTEEREE 15%K
i) Ziz L7z (Table5), F7=. &= FIREIX
SN k=10 L ¥ | Gly %4 0.05 mg/L, Glu ¥4 0.1 mg/L
ERM LTz, LLEORERNG ., AR TR L
T ONTE DR L YED R S LTz,

2. 5. BIAWE S LC-MS/MS HIEE TDA VT
A Ab~DkREt
B L & R TAE LR EZME L, BT O

AEWEOMESHT OEAETHBEE L & BIic,

LC-MS/MS Ldfi L, WM& DA T A Abx A
& LI TIEOMWSL 2 BT Lo, KT IEEMESL
HZ LR, BATOREEEREOREZ .,
R ONEHECNET D 2 N FREL 0D, £
TAEEMEORWHENAREE 70D Z b, B
BRI O EBRAIFEIELIC OV T HIEEDR DK
W 22 S IS = kT 5,

WROA T A EERH B#E LC-MS/MS
EXER A ECHAR RN Sh T b,
F oA CEMEBEE LD A Y v ME, AL
BN BHE E TREH), RIAEOTY MgV 72
VN, BN D O R & 42 HPLC ~8 A7 5%
T O I E AT AN ATHE & 72 D ORI RN & 5,
LU, BB OB E S HT IS & Bl 534 72
W, $ERD SPF-LC-MS/MS [LEFH A — h U » ¥
(T R E & kiR, WRIHT DRFICE D F
FEFAA— VU » P% HPLC DT A 2 THHAA
I, BEHZHWTEMEANGEH LR 6,
HPLC 7 A~EAL T TEMBERSH
TWo, ZoHRiT, BLTFTD &S BRREBE %
bivd, OBHIRICBEREZ VTN b7,
A OFFECT R (BBEIE) O E IR DS
D%, @EMS ORI Z pH REETE 72
Vo GRTLERIZ AL & LA A T < U,
(OHPLC |ZHHAGA A T TR T 5728,
AICHEM Y — Y PICEERDY | [EF
T— U » P L BE O i D RTRENE
Nd D, IHTRRYE ORFFOR I BV T
RITALVER 715 % BRI 95 2 & C _LRa o Ko % fiik
L7z,

WL ULTeA v T A AEDERE, W 277
57912, Gly & Gly-A =4 5 mg/kg, Glu,Glu-
A B LU MPPA % 0.5 mg/kg RN L 72 KEH0E
Z O CIRINENGGRBR 21T - 72, 22 PEREA R
BROFER, Bif72 B ([EUER 70-120%) & =N
FHESE (<10%) 2R L7-,

2.6. KE~DiHEH

BAZE LI=triEa T, ARFAKRT., &
T KRE, fEHHKE~OmH 2170, ST
EERMEICOWTIMBZIT ) 2 & & L, x5
E LT, BHAKE (ifErE, 7 AU WEE, B
FHE, REFE) 4T BRANTRE (7
AV AE) 1T FEHAKE (T AU D
PE GM, Non-GM £ 3 %> 7L 7 A U e 5
YT, TITIUNGEI T TL) | KGR
(T AV« 7T PNERE) 1 7 izon
THREREZSI & WEEIT -T2, TORHE., B H
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AKREEB L O TRETIE 5 T HRAAR
WChole, LnL, AEHAIKERLOKE
FICIEY > 7V Gly, Glu 38 XY Glu-A DFE
BRAUETERTE, EEIEZS7- (Table6),
A KT A B TERH KGO Gly DX
EIZ Gly-A & OFFITImg/L L EDHLNTND
7o, WEELE TR LR L, £/, AR
ICBWTEEHHRE O Glu IZEEENED S
nTWnicd, BEHRKEOREFEL FE 72D
FERAER LT,

ERMERND, TAV D TEEINLTHDHKR
Z.1% Gly it CP4EPSPS (7 & F /ALK Z Ak
L720) xGlu fiftE 7 2 FALFESR DA 7Y
RRIRERERE 2> TEY 77 PV TILGly
MittE CP4EPSPS 23 EHEIZ 72 > TV D Z L AR
Ihiz, 6T, FEHKEND Glu-A % iE R
L7 iRE TRV, AR D S HHEIC BV TRE
~OJHEAMENRE STz,

F o, WL LT iriEE L CREHH R ER
B & HEE ARG O Gly, Glu, Glu-A 23R S
Nize LEX D AOoHEE, A, i85, F
D& 5 AL HTE T, KEH D Gly, Glu ¥
LN S ORHH O [FIREE B rTEE & B
PID,

3.1. E2NAZEHIDOXRA=aF /A4 FREK
53T
3.1.1. MS/MS &H-DkEt

7 b= K U LIKEEHE T 1000 mg/kg 12 L 7o4%
fnz . 17 5y (Fig.4) = Fh 72 =KL
KT 10 pg/kg AR L, MRM &40 5 i
fb&4T o7, % 10 pg/kg #%dh % F1 ik & BESI 5%
FANTMSMS IZEAL AF vy E—RTTY
T =W —A F > OREEIT > T2 ESLHHEDOR T T
4 TE— K, FHT 4 7T E— FZNZENTHIE
TV, Bone T h——A A b T e
X N ODRBEIT T2, G677 U0
—Y—A A Tag s " F L OMBEDE
ZHWT, Q1 TOEE, CE, Q2 TOEEDI
WbE1T>7-, 55472 MRM §&:%2 W,
BAEGZT 2 = U AKERTHRL 2.5

pgkg IR L7z, ZhaolEs 7 A THIEL,
E— I RRBE ORI b ERA AV & EME
A F U EMEE LT,

E— 7 PHERTE 2ol b DR ER B —
IR BARRTH ST N TiE, 7 Uh
—— A F U OERERLT a Xy b A F v OB,
EEORELEFET->7-, ClLIEF°NET%
LOMDINH D LD, BEEEESEIZL
THVAD—Y—AF U EHEL, 7u&s
T OBRF L KBEOREILEIT- 72,

IEORGIORER., 74 7 o= LTI TT
4 TEH— R, EOMOEKSG TIIRTT 4 7TE—
R TR ZREENG LN,

3.1.2. BEFEOKGT

AHFFET b HATHIIE & RIS KRB B I
BRARINT 2 2 & & LA, JATHige L RfkEo
BRIETHD 01%DFMERMLIEEZ A,
TFNG, TFNA OV — 2 RN AR Th o712, £
DI, FEEIERE % 0.01%. 0.02%. 0.1% CHN
L7e%a. EXBE2RN L WS Ttz
fTo72, CPMFIZ 0.1%& 0D & 0.02% CERAF72
— 7R E B TZ, TENG (X% RN L 72
WAL 0.01%, 0.02% THIN L7354 TEnes
ngEHRov—rnEL, E—=2BIRLARART
& 77, TENA I, B — 7 58 A M D FRf £
INERZ R TR S O D 0.02% TR L 7255
ATHRLT VIR —T 4 Mz b,
L7z > T, KRBEHIL 0.02%FEEH 0.5
mM FEEE T B =T LOKIEIR ., AR ENHIX
0.5mM FEfET > E=17 . MeOH % fFoimdeft &
L7- (Fig.5),

3.1.3. MEXTRRERRIC K HEAREORER & EER
FROWRE

Icifl L7z LC 4:ff. MS S:fh % F O Tt i
BRI LD ERRIEDOHERZIT o7, 17 i DR
ARENERR 2 T, 1.25, 2.5, 5.0, 10, 20 pg/kg
D FEPA TR A TERL L RERRE A R LTz,
ZOFER, BT R =0.9996 LI EFRE
ZoR LizT2, EAEIZ R TH D LHIWr Lz,
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T, MEBROTIRMETHD 1.25 ngkg &A%y
BrikoE&RIME L LT,
3.2. FhHEEE OGS

ED AT D D BN RSy & it 4
HECHERAT 27 F= K U oW TR %
1oz, JakDEHA— Y v P ORFHT T
TRERED, MHOBICLEREZ NS Z & ThH
NVIRE VAT D HRS DN TR L 720 |
FNONAFELIY T ® = kU LFRICEITT
LEIGNEL 10D 2 & THRIEMIZRBIER A E <
B ETPALE, E5NAED 10g F1T 0.01
mg/kg 70D K OITEERAZRIML, HEED
TER=hUL10mL 227205, TERFIK
100 uL % 7=, (Bl ERIE 10 A4y C H RGNS
UL FE > 723 [BIULEEDS 120% L4 E & 72 B %oy 3 EE
LTz, EFEA— R Y > ORGSR,
ez b L hRE v EE2HT 5B H
B L0d < 72D — T, MR BIZ S A
ZHOFMLBHERTLEY, A A bR
ICEBEND LW HBRENEE D Z Lotz
3.3. B — MY v VI X AR OB

LC-MSMS THIEZTDIZH-D . 1 ZHNA
ZOHIZEENDIMEM R~ N v 7 AR %E
FlE L, WEDOHTIZRD D TRV E
EZl, FZTCHIAEO 1 BREHE LT
QuEChERS :% HV 7= B RO/ O & Fcdek
HOREEIT T,

FRE D B RHERR Sy £ 1F 9 LAZE D R DKy
Z A OKFE) ICBAT S8, B ARG & HEkif
PEDIRNKHER 7y &2 EFH (7 & = 1 U LFR)
ICBATESE D 2 L THi 21T o 72, AW
Fikix, 7 h= UL THBRSS ORI 21T
ST=DL ROV IZ PSA R Cis NS
NWIEMA— Y v VB HWCHEREZITY, F
RGEORERMEZ BT 212H) . — |
U v 1% PSA-30 mg, PSA-50 mg, PBX-20 mg,
C18-30 mg % i\ 7=, QuEChERS {EIZ L V155
otk (77 h= MU JLHH) & PBX & PSA
s Lo Am L, Ay oFkE & B

Iy DR Z T > T=0bh, 72 b=k UKk
IR A i3 5 2 & THIIRR Y OV E21T o 12,

B — R U DI2OWTOMEIL. 1o
A& D TOWIMENLGER 21T W EERIZ L - T
M L7z,

R 28 BB R B 3 2 T IZ PBX ChRET 5
Hiu7226, PBX X2 EfEHF 22440, 1M
H® PBX (2§ S & THEHT 5 PSA IT2W1 T
Bt &21T > 72, PSA-50 mg & WV THE21T-
Too FEARIE 5 B s BARERIIRSN & o7, 2
DML LTE, ARERMENZ LI D~
MU w7 ZRIC L DB L | B A RHR
Td D PSA [CHNVARFTIHE > TFNA,
CPMA 2MHAEMEH L. EICRFF SN2 T
bDHEEZZ, IV DMREF SR E R A A
THMEND D LT LT,

P DIRWNEROBRE A [ E S5~
PBX (2RS¥ L@ — Y v % PSA T
370 <, o) I RBEMHTHD Cis & H
W5 il E R T, Z O TIE TENG, TFNA
ZEUT 5 Z ERHRR o7, ZOBEBE L
T, Cis DEAHERIENAFET DIEHE T / — &
EHINRFVEPHAEFEH L TWDLOTHD
LBz,

Z D78, PBX-20 mg & C18-30 mg OiE [
FICHh R A AT - EHLTE0S, WK Th
7% h=FUNAIKEKIZ 2%F %0 % CHE
FA~DBIR 21T 5 HikzR iz, ZhIiZXD
TFNG, TFNA D[RS L7223, RIS
120% LA | & 72 2 55y DS PRSI A #R 2 N 272 D>
STEAITH T LT, BaEinz b &t
D HBIFSBEN LT < 25— 5T, B
ST Tl S IHER Y b EMA S S, K
HERR T C K DA A DBERNI Z D Z L 3B
R HNTz, LTI - T AREIORR S LT,
Cs[EHMEA—FY vV EHWD Z LI3EY TR
VNI L7,

B PSA TOMF 21TV, PSA-30mg & W
TRIUCREZFH Uiz, 15 B 0s B FEEE PPN (U
T, MRRFRERBE LN, PSA OFIH
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mAET I & THIERm ELZZ &9
5. PSA #fEHE T (PSA-72 L) PBX DA THE
L e SR AN WA W N

PSA ZfEH L7226 14 By D EIERS B
SR E > 72, PSA-30 mg & W24
& PSA-72 L DIGE LT BIERIZK & 725E W
RonRotz, TZ T, ZONAT )~
JERR Sy MRL JREEFY OURMNZ 1TV, PSA-50
mg. PSA-30 mg. PSA-7¢ L DA TLE AT -
7o fE5ID MRL 2338 E SALTWD Ry & IS4 T
UWNRUWES TIEAIROERN R D72 5]
D MRL MRREINTWDRDDHERGE L
720 PSA-50 mg Z WA 10D > H 7
%5y, PSA-30 mg & W2 3581% 9 14y, PSA-
72 LOBAIE 4 Ay CHEILEED B AR & 72
72, PSA-30mg & H\\7=34A & PSA-72 L DY
AT NT, 0.01 mgkg TIXENERIZ K X 22E
WER B o 7253 MRL AH SR ORI A
1T o 72BRIE PSA-72 L OBA T 120%% it 9
BRSNS T- (Table 7).

F 72, PSA-72 LOBAIZER PSA Z i L7z
BH O NEFERORERELELS 2D BIRY
DAY & FH ik oy DBR &% [FIRFIZAT 5 2 & 3]
REE72ole, ZNOLORENGHERIZERT S
B — YU v i, PBX-20 mg & PSA-30 mg
EFE L7 b DL B PBX-20 mg & L7z,
3.4. < bV v 7 2AFROEH

INEGREBR THW A IZ o AT 9
ZHWT ME(¥ MU v 7 2505 (Matrix effect) )
DEMEIT 57,

INESGRERIZFB VT, 19 1LA%E 91T 0.01
mg/kg F24 DRI 21T - 72354 & B O MRL 2
FEFR S DU ZEAT o 723556 & TIIARAE RN R
RO, BKEERICEENDY MY v 7 2D
Mokt EIX R D, TOREEBE L, MR~
Ean DWW AT o 72,

0.01 mgkg FHYOEMEEE LI=HE1E, H
FEFIAN ORI DO RS MR b2 < FHizo
X PSA-7Z2 LOFAD 15 sl TH Y, [BIERD
FERE—H L T ieho7z (Table 8),
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BT — U v T LD ME% (% 0.01
mg/kg FEMTRIN), —F4L  EWMEMZ =T b
= MU L THIHZAT 5 72,

fERID MRL JEEFY OFRMEEE L= 5HH
(ZIE, BRI — R Y v P PSA OFEFE T LI~ b
Uyl ZREEN LI Z A, BIERPAND
BN R DR D i S 2% <G B AT DT PSA-30
mg & WG ETH D | AR5 T HARFPNIC
INE >7- (Table9), FEILEE PSA-30mg Z U
BB ChHot==0, HHTHEMY —
U PIEPSA-30mg & L7,

3.5. Z MR ARER

et L7z LC-MS/MS &1, ¥ 7 /L DR
PR A -T2 Y Rl 2 1T o 7o, B
TEDITA R A4 I2HDE, =R, [\IY
B OKEEE, ERIBRICHOWTHER AT~ 1=, B
NGB ERWVNEOINAE DT T 7 ERE
Lic&ZA, iETLHIE—TITmSnzenro
oo, BIRMEIZ 0 Th D &Rl L7- (Fig. 6,
Fig. 7).

EINAZE D ~TIN LTS O, 1. 8
BD MRL 3% E STV DRI DWW TUIED
NAZ D POUHIPRED MRL & [R5 ORI
2% X oI 5754, 2. @5 MRL 238%
EENTORVESFIZCONWT, 1E25NAETIH
DUHPRE N —FHIEAETH 5 0.01 mgkg (2785
KON 2 H1ED 2 /382 — 2 TORBREAT
277,

Beft L7z LC &, MS &b v, BRY
MNEMEE G ERVNEINAED T T 7 %Y
ELLEZA, iETLHIE— 7 IR TE %
T+ Th o7,

Bonrra~ 7T LnbEINEEZE L,
e a AL ER 2 — ST L [E 0 AT TIT WM T E 3
FOENFBUEE 25 M L7z, @5 MRL 233
TE ST D IOV T, FERIE, [\
RIIT7NVET VT 2R 9 A H B EE
PN E 720 DMTREEE. |ENHEERE IS
T AR 272 LTz,



fERID MRL A3ERE 4L TV R ERIKR ST
DUNT, FERIE. BRI 4 55y AY B AT AR &G
WNERD . BHTRBEIT KRS, BENEBEEIX
CPMF % [R< 6 pliorHs BARE 20 72 L Cuhiz,

PLEDZ B MRL 3R E SN TV 5 RS

STV ENENICB W TR T A R
T A O BEMEENICIE 5 BAF 2B b
ERE S, AOHTEDOZLENHER S,
3.6. ERE~DEH
ROHTEZETIRIE 2 LA 9 3Bt /3 HT I
AL, EECIFINAZ IR A A #
) (EFEA) ., BB ) (EEB), #RFkC
(EHE C), FEEORENDHDIZOINAED
(u) (PEGH) Zofrag s Lic, Wit
HEUEE LI CTd o 7= (Table 10) . BALEW 72T
ThR{REMm LRS- s, e
MR L= BABETHDZ ENBEZDLND,
ULDZ &G AOPHEDIE )AL I ~D
BEHMERS D LR STz,

D. Z%£
1. ¥R D 7Y RY— NMEOSHT
HERMEATO TSR T LA A D
T LDREE—RIT7 L% HNT, BEROR%
M7 UVERY—F, ZAhRix—h, BLXOZEN
SONREY N-7F A7 VRV —F (Gly-A).
3-AF NIRRT 4 =a7 a4 i (MPPA) |, N-
TEFNT AR R—F (Glu-A) % [FIRFE &
LDk a~ N7 72 0T NERSHE
(LC-MS/MS) % B « Btz 1T o 7o AR T
WX, KERNTAF IV T Anbt L,
Wikl Cls H—F U v W T L e, A A3
NH, #—h VY v ¥ h T L%&HH L, LC-MS/MS
TE®E L, 7V A¥— b, Glu-A, Gly-A, MPPA
W7 e o AIZESLS~ A T AL F U E— R
THRIHL, ZVRT 32— NIRRT T 4 7 A 4
T— R THRHLE, ZVhR v F— bk, Glu-A,
MPPA % 1~20 pg/kg DIREFPAT, 7V K —
K. Gly-A (X 5~100 pg/kg D & FH TR R

R LU, WTNOREROIERE (R?) 1%
0993 LV bmnrol,

B L= il C, Z U A% — & Gly-A &
25 nglkg, 7 ViR r— K & MPPA & Glu-A % 5
pgrkg AN L 72 M5 ORE 2 FH VO C o Y A 2
To72. 5ugkg 1T REREE FEVEEIZ LSV T
% o 2B MEREAR O SR B AT 722 AN R (86-106%)
EREE (<10%) B LTz, B LAY v RO
EERIEL, 7V AY— TS5 ugkg, Gly-A T
2 ug/kg, 7 VAR T F— b \MPPA,Glu-A 13X 1 ng/kg
Lot

IO ORERN G BAFE LI kIR, BARD R
KPR LIS HEIL L 72T LY ORE 7Y
R — k., TR R— FBLXOZEOGEHY O
EREICEHAFRETHL Z ENRBINTZ, 6
2, |ME LI FiEE AT I YRE OO
LickZ A, ZUVFRY—F, ZAFTR— ],
Glu-A BN—H#DH 7T iz, BIEL
T HEE, BETOFRE ) R — N, Jk
A= hBIXOEALREMOHHE=4 1V
TWCHERBR IR B2 65,

2. KERBID T Y A — NEDOOHT

Gly., Glu B L2 OEWIIEEIZ Y
HERoNNVAREVEEESZ LS Emit &R,
ZOMEIZ LY R R 2 2 2 & oA
A AL FREE MR & WS T TEN B
%o PERIEITISNNT b A E A IO SE M 72
BEN LB TH S TSR b o7z, RBFET
IX.MTBSTFA % 7= [EFHF5 S 14 LC-MS/MS
BIZEoTKREHFD T VRS — K, TAKRTR
— FB L OO RBPORE CTHEET, A5F
W2 - W HTE DBRFE 24T o 7o, AWFSE
TIIBEHESC LC 77 A A A AbEH%5D LC-
MS/MS SO, bR & 2737 oA HER oy DR
FEOFLIR 2 RET L, BECREIZ OV TR
Wb Z1T o7, Fio, i b L7 B SR
EEAWD 2 LT KGO IR0k M %
M b2 & Lbic, MENRWE Z i)
BRI 5 2 & CEBIEOM B, mEE(L
ZATO & TEMEERMNCEL D~V N v 7 2D
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RIEARIR 2 FTREIC L7z, feidifb L 72 S CiRn
EINGRER 21T o 72 & 2 A, FHEIINER 97-108%,
DHTHEEE 2-5%. ENFHEBUIEE 4-9%% <7 BAIT
IRRERA R LT Te D, ROWIED R4 % i
L7z,

BiZE Lo mtribs 2 S E o HARKE, AN
TREBIOEFEEHKREICEA L Z A, fid
BHAKZICBWTH > 78I Gly, Glu, Glu-
A ODERMEAMHER L, EE/RNO, T2V
71 THPE AT 5 KELIE CP4EPSPS 233 A X
NTW5 Gly MiHExT EF ALEERE I EA SN
TW5 Glu MDA Z 7 SFED T & 72> T
BY . 7TV TiE CP4EPSPS ¥ A D Gly ffifik
DEIIZIR S TND I ERRB I, S5
fAEHHKE 2D Glu-A & E & L@ iEaun,
ULEDZ Lot ROHHEDITEMERHE M4
RLT

AROWHEITRE, S EHEIED & 5 738
ETHY, REEEROE=2Y 7R ME

DEFEHEOFRA R FEE LTRSS,

LRI E B 2 TR L 7o RE OB s AT K
GO GMEHE L C bR Y FH R
2D Gly, Glu 3 XD ORI O—FK 08T
BB 5 & & bICH R D ME b & FEMED
M) b 25k T4 B # EAE Al -LC-MS/MS 12 &
LA TACREEITO Z LA AEL TN D,
3IEONAEIOXREF=aF ) A4 FREEY
Br

P A IR O RITALERIC — X VW B D
J715Cd % QuEChERS fliHiE & | Bl L%
FAE DR IE TN - R A21T 72, LC-
MS/MS FEORFHIM A, 1Z 9 NLAZ D ORI

IBITDEFEI— N v UORFEITo T2,
ZOREHR, N ~—REHTH D PBX (Feliik
20mg) &fEA A AZHREMTH D PSA (B
& 30mg) #EFEL-HO, XHICPBX (FBHE
B 20 mg) A L CRBMBEMICHRIZITR D 2
& CHMERR oy B RS UL SEATAIFE T IE x5
ELTWWholz7ue=I REZDOMRHEWT
&5 TFNG, TFNA ZHA K74 O BiZEf

PN & 72 2ECEIUT 2 Z &N ATRE L 7o 72,
Il U7 S E 1T o 7o 2 S MRl R BR C i
{5 MRL 537 Eéﬂfwériﬁ“zﬁvt
UWNRUNEIER S R A RZ A4 D BEE
EFIPARN & 720 | K‘ﬁ&@ﬁé@#rwéh
72

KROWEZTIROIZ O NAE S ICHEM LT &
A, AHEREERRDOERE A D2 BTV DR
DS o7, EEBNLIZY )T
7 TFNA,EPFEC 1517 v =7 I F,TENG,
TFNA, HEENGIZA IF 7 a7 Y K ALK
F 47 1L CPMF 23 S 4v7z, Wi d MRL

UFThoT,
RO HHEIT iihh%5¢®*i::%/4
R 3R B A - —F o5 2 &N

ARETH Y, THBIZHBEL TWAIZINAE D

LEMEZRT 272D O R kL7252
EDNHIR S ND, A%IT. RlEoA T4 1k
OHHENLE | MOBEESLNS ZHEDRE~D
wWHZBREL, TROREMIIRE T 5134 =
aF A RRBEEOPEZITVIZNEEZZTWH
el

E. f

VERITF BRI TOTICHH Y 7 2 L[
AF 2 TTLDREET— DT LEHNT, &
EHROERE 7 VR —h, ZAKRTFr—R B
LN SO Gly-A. MPPA, Glu-A % A
IRFE &% LC-MS/MS £ % B - iFT 21T > 72,
2 4 H & N-(tert-Butyldimethylsilyl)-N-methyl-
trifluoroacetamid (MTBSTFA) (Z X 5 ffi{# CiliE
72 EAERE B A ATV, KELH O Gly, Gly-A &
', Glu, Glu-A, MPPA ® LC-MS/MS % f\ /-
S B ANEDORFEEIToT A T4 1k
HRET LS SR ST, Fe, AKRE
AR ~DWH 2 et LTz, AROoHrikiadas,
EPOEHEMEOH 2 5HETH Y | FEHEHEEH
DE=H Y » TRFEMEIO SWEE O HI 72
FikE LTHIfREN S,
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3EHEITIEFINAZEI BRR L LT, LC-
MS/MS Wiz A=aF /1 RREK 17 ik
3 FONTT D 7EEBRSE L. ERE~ i
RERATe, EEENPHESINL TV EEICD
VT, Wi s BAFZREIRME & ERREDTS 5
o, BIE OMTRE, SNHEIUEE & IR
IREICINE 2 BAFRRE RGN, KiEx
BIEONAZ S 9 REHTEH Lot a1 o792 &
A AIFIuTY R P I)TTT, Tz
71X R EZOREBW 2 sy, AR FH T a L
Jada=), raFr=vry, JAEIU7
7 B RISy DI RN O IR B TR S
Nic, RIEZ, EH5>hAE o004 =aF )
A RREROSHEE L GEAAREETH D LR
iz, 5%A L TA ALERGT S TET
o5,
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Table 1. Optimized LC-MS/MS (MRM) parameters for target analytes

Retention Pos. or Precursor ion Product ion
Analytes ] ) CE (eV)
time (min) Neg. (m/z) (m/z)
Neg. 151 107 16
MPPA 4.636 152
Neg. 151 133 14
Pos. 182 119 21
Glufosinate 4.659 181
Pos. 182 136 15
N-acetylglufosinate Neg. 222 136 21
4980 223
(Glu-A) Neg. 222 59 15
Neg. 168 63 24
Glyphosate 5.503 169
Neg. 168 150 13
N-acetylglyphosate Neg. 210 150 12
yEYP 6.817 211
(Gly-A) Neg. 210 124 18
Transition in bolded italics vsed for quantitation
Pos.: positive, Neg.: negative
CE: collision energy
Table 2. Validation results of the proposal method in honey sample
Spike level Trueness RSDrb RSDWRc
No. Analyte
ng’kg % % %
1 MPPA 5 102 2.1 6.1
2 Glufosinate 5 86 3.7 9.3
3 Glu-A 5 110 4.2 6.8
4 Glyphosate 25 106 6.5 8.5
5 Gly-A 25 104 33 4.2

n =2 x 3 operators x 2 days

a
Mean recovery rates

b . . .
Relative standard deviation of repeatability

‘ Relative standard deviation of within-laboratory reproducibility
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Table 3. Determination of analytes in honey samples

Honey MPPA  Glufosinate Glu-A  Glyphosate  Gly-A
Sunflower, Ukraine N.D. N.D. N.D. N.D. N.D.
Acacia, China N.D. N.D. N.D. N.D. N.D.
Lotus flower, China N.D. 1.1 N.D. 5.5 N.D.
Canada N.D. 2.8 1.9 26.4 N.D.
Mexico N.D. N.D. N.D. N.D. N.D.
Japan N.D. N.D. N.D. N.D. N.D.
LOQ 1.0 1.0 1.0 5.0 2.0

Unit: pg/kg

N.D. (not determined) |L/E&RFE (7 U AR¥— b: 5 ug/ke, Gly-A: 2 ughkg, 7V F— ., MPPA K5
KW Glu-A: 1 pgkg) LLTFZERT,
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Table 4. MTBSTFA & A4 4E)#Z D MRM transition

Analytes*! B MW MRM transition Q1 Pre Bias CE Q3 Pre Bias
(FHEMER) Q1>Q3 *2 V) % V)
Gly- - 512>311 -20 -25 -15
3TBDMS 512>295 -26 -32 -14
Gly-A- 554>311 -20 -30 -12
3TBDMS >3 554>352 -28 -25 -28
Glu- 410>195 -25 -35 -21
2TBDMS 109 410>179 -22 -32 -21
Glu-A- 452>195 -14 -42 -21
2TBDMS I 452>250 -24 -32 =27
MPPA- 382>249 -14 -21 =27
2TBDMS 81 382>151 -18 -34 -30

Table 5. {HNEIEER (%, n=2X2 A X3 HH)

Gly Gly-A Glu Glu-A MPPA
SER AN R 97 108 99 98 99
DHTHEEE 5 2 4 2 5
N EURE B 8.8 8.0 9.4 3.5 7.6

Table 6. FAEHAKRG, KETOEREME (mg/L)

PEHE - KR Gly Gly-A Glu Glu-A MPPA
GM-1 0.97 N.D. N.D. 2.00 N.D.
GM-2 1.50 N.D. N.D. 1.22 N.D.
GM-3 1.25 N.D. N.D. 1.91 N.D.

Non. GM-1 N.D. N.D. 0.26 N.D. N.D.

Non. GM-2 N.D. N.D. 0.29 N.D. N.D.

Non. GM-3 N.D. N.D. 0.24 N.D. N.D.

T AU H-1 0.41 N.D. N.D. 0.31 N.D.

TAYH2 0.37 N.D. N.D. 0.57 N.D.

TAY I3 0.44 N.D. N.D. 0.85 N.D.

TAY A4 0.36 N.D. N.D. 0.58 N.D.

TAY TS N.D. N.D. N.D. N.D. N.D.

7T V-1 3.39 N.D. N.D. N.D. N.D.

7T UN2 1.05 N.D. N.D. N.D. N.D.

7T N3 1.42 N.D. N.D. N.D. N.D.

TAUR -

" 1.73 N.D. N.D. 0.28 N.D.

* N.D. (not determined) [ZE&RFE (Gly 5 0.05 mg/L, Glu#10.1 mg/L) L FE2RT,
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Table 7. [EFAH— h VU v Z & DEILER (f5] MRL ¥EEM S EHM)
Recovery (%)

Analytes
PSA-50 mg PSA-30mg PSA-72 L

Acetamiprid 77 113 84
Imidacloprid 114 114 118
Dinotefuran 125 93 129
Thiamethoxam 124 115 125
Clothianidin 113 117 113
Flonicamid 129 99 126
TENG 93 106 108
TENA 109 96 126
Sulfoxaflor 107 94 123
Flupyradifurone 118 141 128

Table 8. [EAHI — F VU T LD ME% (4 0.01 mg/kg FH24%s00)

ME (%)
Analytes PSA-30 mg
PSA-50 mg PSA-30mg PSA-72L .
(Z1R)

Acetamiprid 85 86 89 88
Imidacloprid 120 140 110 140
Dinotefuran 72 86 77 146
Thiamethoxam 89 107 108 141
Clothianidin 119 121 99 132
Flonicamid 92 116 98 147
TFENG 69 107 105 115
TFNA 81 110 97 120
Sulfoxaflor 58 83 93 83
Flupyradifurone 89 122 96 126
Thiacloprid 76 92 95 94
Thiacloprid-amide 91 113 94 115
Nitenpyram 94 113 98 140
CPMA 90 123 106 154
CPMF 42 55 44 93
Ethiprole 89 99 87 134
Fipronil 119 93 85 110

—Fh KRNz TE h= U LTI AR T,
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Table 9. AT — RV v T LD ME% ({H%] MRL JEEEFE 4 7:00)

ME (%)
Analytes
PSA-50 mg PSA-30mg PSA-72 L

Acetamiprid 83 101 87
Imidacloprid 117 99 121
Dinotefuran 135 100 136
Thiamethoxam 126 104 125
Clothianidin 112 98 113
Flonicamid 141 108 133
TENG 114 100 118
TENA 130 98 135
Sulfoxaflor 116 99 143
Flupyradifurone 93 96 96

Table 10. THRIE D FLAE 5 DHTHE R
EEfE (mg/kg)

Analytes
[EEA [EEB EHEC HEGR

Acetamiprid N.D. N.D. N.D. N.D.
Imidacloprid N.D. N.D. N.D. 0.01
Dinotefuran N.D. 0.03 N.D. N.D.
Thiamethoxam N.D. N.D. N.D. N.D.
Clothianidin N.D. N.D. N.D. N.D.
Flonicamid N.D. N.D. 0.25 N.D.
TFNG N.D. N.D. 0.04 N.D.
TFNA N.D. 0.03 0.08 N.D.
Sulfoxaflor N.D. N.D. N.D. 0.01
Flupyradifurone N.D. N.D. N.D. N.D.
Thiacloprid N.D. N.D. N.D. N.D.
Thiacloprid-amide ~ N.D. N.D. N.D. N.D.
Nitenpyram N.D. N.D. N.D. N.D.
CPMA N.D. N.D. N.D. N.D.
CPMF N.D. N.D. N.D. 0.01
Ethiprole N.D. N.D. N.D. N.D.
Fipronil N.D. N.D. N.D. N.D.

N.D. (not determined) (X&&FRSME (1.25 pgkg) LT ERT,
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Acetamiprid (1.5 ppb)
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Nitenpyram
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