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FRSUT FIRICAHYS 32 b O Th - BaIciE, K
REED 1 SREREHACD T T 7y MECRT
DA TANKEL RDABEMER S D, 20T
AAREET, AUTF—2z2HV, ThFhidk
ZF 2 O LRI TFRICEE LT, R/ 3EIC
L OMEMEERLEL, TUCEBELND S
HHEIZDWTC, 77y METOOHME L T
BE{T-o7 (&5).

ZORER, 7Ty MEICET 2 5HHED BAR
AL D W EIC 3 5 thRix 98.5~
101.0%& 720, 3£ 5 oY FREGIR EREA
AL TROTZIEFEIL, Horwitz O RSD 225K 5
NAHREFHANTHY, AT REFIRE RN
WWr sz, L, ZHUFISERSGE Lz 9 &
IR -SSR TH 0, REFROFBIREN
KL 22U, TR O S%EERMbIA 7Y, 7

x5 RABREERERICHE THUADOLRIELT
RIEZEE L5 5D EER

ai 73k PRTRIE BEUSR A LRE

A 77.06 71.08 71.15 11.22
— 100.0 100. 1 100. 2

B 40. 65 40. 46 40. 52 40.53

- 99.5 99.7 99.7
C 50. 83 50. 85 50. 76 50. 76
— 100. 0 99.9 99.9
D 23.90 23.179 23. 81 23.83
— 99.5 99. 6 99.7
E 0.490 0.483 0.484 0. 486
— 98.5 98.8 99.2
F 2.48 2.49 2.50 2.50

- 100. 6 100. 8 101.0

G 39.95 39.97 39. 87 40.12

- 100. 1 99.8 100. 6
H 0.994 0.988 0.990 0.992
- 99.4 99. 6 99.8
I 715. 46 74.99 75.15 75.34
- 99.4 99. 6 99.8

ai : AMES A, LRIEEIRDRE, TKRIET 5
ryMEEEE & DELE (%)

Z 7y MEIZL D8BTS DITER /24 T
AFINLVHBREL 2D, 2O, TT 7y
MEOBAIZY 72> T, EREEBFET 5 =58
FRERICBWT, YR D 95%(EHEX I F A E
ENDHIENT TR, FHERED S B O34 &
M4 (09999 LIE) THDHZEaEMbLd_&L
ExoD, B, AARAEEE L TRESRT
WDSHTEO RN, HHBIREDS 0.9999 LI E &7
STWNA.

3.3. BB REROEKE

T Z0 y METIERARETEZ L ~FR R
DIRNT, FRRESCH I OEREIC B 5 FEKIC
XV, BkdDRERENLOTRNKEVFE
DPERL SN2 E, SIENREOHENGTND Y
ATPWREL B, 22T, AAREE 777
v MEDENZIUTONT, 5 HORBOS5HHED
PRI &, AARMRAE IR OV TITEASK
M5, 7Ty MEZOWTITHREAREN 2 05D
IERZE A R UTe. RO AT ED A0 95%
EHEXMEIT, BRI EEREE 2D 2 L
b, HBRIEICONT, MET ISWEEXMIZED
FEE DN D) EWEE LTz,

ZTORER, 6 IRLIZE DI, SlEREE L
72 9 BIRDILERIL 98.2~1033% L 720, T T 7y
MEE RAREIE T 3%RESIHEN TS fHe
MRHDZ ENRI .

LR OSHTICEB N TS, EIKRAIPOF LK
DOEFIREN, BEEIRSNIZBRENDL —E
OEEIE OOFEANICH D DEEHNTT S 2 L
L%, FEEOBEMSOEHEIREDN, EHED
R AHEIC B AT, FRRoPhe— S
RO L D31 7 ADFE R HBS 5 AR
D720, ERERENEEIRO FRIX TRRAT
W2 AT, ZhOMERTE DL
Ezonb.

WnT, 7Ty MECLDOIOMREE, A%
FRA IR DN E PR OGP & 72 o T A0, LR
XL FRFHE L 72 o ToE (BIZUE, SVTEDE
BED S0%HHY DEFASN & 72 D) 1E, RAMAL
THOHTL, 20 LETHRY - BEAGE# D2
LriRELBEILND.



R6 RABREXRET STy NATEELISEED
AHEDERE TR L EE LR
EAREX 737y bk
EETIR (EEER  fEETR EELR
A 77.00 77.30 16. 67 77.45

99. 6 100. 2

B 40. 36 40. 68 39. 64 41.48
98.2 102.0

C 50. 61 50. 92 50. 45 51.23
99.7 100. 6

D 23.69 23.94 23.82 23.98
100. 5 100. 2

E 0. 480 0.489 0.479 0.505
99. 6 103.3

F 2.48 2.52 2.45 2.51
98. 6 99.4

G 39. 67 40. 07 39.20 40. 50
98.8 101. 1

H 0.982 0.998 0.975 1.015
99.3 101.7

I 74.91 75.40 74.59 76.13
99. 6 101.0

ai : BN B

£ HTHE (%)

TER - BRETREFBHELRICOVTOT bk
RABREARDLEE (%)

e

ERHODHINZT Ty MEC K D EREEE
ANTEDENEMHRT D0, FIW, Bk sad
R OCEEFHEICEZE - CORE LR Z
T, RAREILEE T 77y MEEAWGREZ 5
BT LA e bl L7,

AR T A—21L, WTNOARZICEB
T, AL ERIS O CIPAC B et &
HEPUEIC RIS/ <, EAMEILRLF, WH O
XA, FUREIED Z L HERE N,

4~5 SRR KA AL L 1 SRR ERRIC
L5770y MEOSHHEIXRETHY, RAR
‘LE T Ty MERREORELS O LD
RTxT.

Fiz, BEEONTITIED EERN /AR LA X -
T 5 CIPAC I3, @ 2 oot & Lz 7 7

o NMEEZBRALTEY, £RMOSHTICENT
by, DIRNIHEECT 5 SO & R RS RS
DALV, SrHTIRERE oD S ows LAt FH 255 D HI s
IR D, Zod, 7747y MECET 500
BE 2 B LSS ORERTICOWTHH L
LA, RE S RICE DO ERSEL D 2
EDHERE LT

BIEOSEICHER S o 1256, RIRBHREIC
L DBy OXG L 720, ZOHEDOKRE L
G I EEEANS 2 EnTnA D,
ANEVEIT 1970 R % H 2 I HIE DM T T
729, BUEEINTBERO H 2RI CHEA TE
HHO1FP 720, D72, FAMIC TiE, gk
SRR SN T AAORE HiE (O k) %
WHL TS, AAMREEITREO L 512 5 Ao
REHR L S AOREGHT A2 AL LTN5H720,
BB TONT A ToIND DD OIFE &
BREZETLENIMERYR D L. 4E, EHEERY
RO HIEHON OGN TWD T Z 7y ME SR
Bt & 2 ROBEIT) & AARSINERFRIE O
BERTZENHGRS N2 Enns, ERLOSY
Brizodizb, £7°, SirhiEE RAREEICHER
L7720y MECOEREZAI J—=7L1
TITV, B0 MG EHE EORENAE U BAI,
ZU MR STV D AARRRA L Z AV TRy
Brad7 5 Z LR EE &SN,

e
AW DERIZHT= Y, RFBRERAPFERFICIR
SNIERADREEEZSZICEETWZEEL
7oDT, ZOHEMED CURBIKORGERE D)~
WBILR L R ET.

72k, HEAAIR OV ik OFEMIE, =L
TeAREOHBIMEEIZE Y T 5720, HEEMS
HTHEE L

51 FCHRES & TF URL

(2 URL OV 712DV T ORI, 2018 42 12 A 1 HIZTEE. )

1) ESEREGE (B 2347 A 1 BiEAE 82 5,
http://elaws.e-gov.go.jp/search/elawsSearch/elaws_s
earch/Isg0500/detail?lawld=323 AC0000000082

2) FEEOBEHRFEEE ST 2 BRI O

T (13 ZEPERS 3987 5L MOKPER 2L PE R i)
http://www.acis.famic.go.jp/shinsei/3987.pdf



3) TRIEOBEHGHESIIM T 2 BRI OV
T OERAIZDOWNT (13 APEH 3988 B MK ES
A pE R AL PE R M TR R 3 A1)

http://www.acis.famic.go.jp/shinsei/3988/3988.pdf
4) CIPAC : CIPAC Guidelines for Collaborative Study
Procedures for Assessment of Performance of
Analytical Methods

http://www.cipac.org/images/pdf/study.pdf

5) AOAC INTERNATIONAL : AOAC Guidelines for

Single Laboratory Validation of Chemical Methods for

Dietary Supplements and Botanicals
http://aoac.org/aoac_prod imis/AOAC Docs/Standa
rdsDevelopment/SLV_Guidelines Dietary Supplem
ents.pdf

6) AOAC INTERNATIONAL : AOAC Official

Methods of Analysis Appendix K, Guidelines for

Dietary Supplements and Botanicals (2013)
http://www.eoma.aoac.org/app_k.pdf

7) MNIATBUE NRMOKEH B Z 2B o 2

— ¢ ERERERTE (2018)
http://www.famic.go.jp/fis/fert/obj/shikenho 2018
10.pdf#page=29

8) Collaborative International Pesticides Analytical
Council : CIPAC HANDBOOK VOLUME O (ed. by M.
C. Cardeal de Oliveria and J. Garvey) (2017)

9) FAO/WHO : GUIDELINES ON ANALYTICAL
TERMINOLOGY (CAC/GL 72-2009)

http://www.fao.org/fao-who-codexalimentarius/sh-pr
oxy/en/?Ink=1&url=https%253 A%252F%252Fwork
space.fao.org%252Fsites%252Fcodex%252F Standa

rds%252FCAC%2BGL%2B72-2009%252Fcxg_07

2e.pdf

10) FAO/WHO : Manual on the Development and Use
of FAO and WHO Specifications for Pesticides, First
edition, third revision (2016)

http://www.fao.org/fileadmin/templates/agphome/do
cuments/Pests_Pesticides/Specs/JMPS Manual 201
6/3rd_Amendment JMPS Manual.pdf



BEDEIXT 32 27 OHIBICET 5

KRERERET OHEHZHONT
FRE, KRB, RSED],

MWRMAER B 2 R v 7 — B

2015 485 H 29 B, KREBREERET (EPA) (THABRERIC LV Y A AT L TEmWatEmtt 2R3 R3E
DEBEYATC, BHSNTZIVYARFE2EET DL L EHNE Lz [2MHEEE2 AT 2 BEOB~DIRE %
BT D 72D DR HAFK LIZ. RIBBIZTO%, L0 FCEMAMNR ) A7 FENAREE 2D X HEIE
EA, 201741 A 12 A TSRO T2 27 28T 2700 ) & LTl TagkEnsk.

2017 RSN FTETIE, BITxd 2280 27 HIEE B Lz TEIEREZ ~L o EHEIEIC L
DA SIRESN TS, 2015 FEDIRE T OJRR) 13 3 Y ASF R HBIHT % Atk (LDs, )
23 11 pg/bee Fii DA ZESY & BT RIANZHIR (A~ — RFHEICESOIZHIR) 35 & LTWiens, F#<
IIRRFEBARESEE BB L CRERREIN TS (VAT N 04 282 28AICRE ; U A7 FHEICES
W7ZHIRR) . F£7=, FEAFIRICER D Z>DHfI4k, DRT,s (Residual Time to 25% Bee Mortality) 73 6 B L 0 /4
WIS, TRDOLEEEEMENIES I Y AT REATEEI L2V TROAY 2 EF#ETH A o 8 R AT
DA TR Y B B rTRE, @ BIEHRAEY, FI3EE > TOARWEY R T BUR R 1
fishdgs, IVATFREIATIEBH LRV TADOAY 2 KT S A0 ET) b LLIE MBS OR
JEDY 10.0°C LA F ORE) (ZBR Y BITES & B FTREDS R E ST 5.

ARIFEFTIE, RO I Y ANFELRENF T 2RME Y 27 OFRO 72918, EROF 2SRRI X 5
WAz, FEMEORGERHE (MP3s: Managed Pollinator Protection Plans) {TEiZH#ELE L T 5.

Keywords : /\F/3F, IV ARF KU R—F—, URXTZFHl, UVR7EH

WENIKITT DA OEE Y BT, KEBRESET

L (BLF EPA &1 9) 1 2013 4RI FEIMEAT £~k

AR, RCRIZRBWT S Y RFEAEm N2 (LLTF, DHEEERBVRAS=aF ) A4 RRZEBRAIZE T
AU F—H—L\9) ORZEHT IBENEE - RANZB T DTV OEBEHFELRE LY. £z,
TRY, ZOERD—> L LTEEDZENET S 2015 FITIFENZM I —E RO FTEIHINIZAR

NTNW5E. 2ok, Bk TIIREORY F—F — Vax—%— (LUF, ikl )) ~ORIEKRE

WZXPT 287272 V) A 7 5 FiE WRRESH, £ HWOTHOXEE LT, Hie T ~HIRIZL 5

DOIEHADIEE > TS, VA ZEBTIEINRRSN, ®ICHstELTEY
BIEOIMBENZ T2 A7 2EHT LT FEobhT.

FEDO—2 L LT, BERIAID 7 ~ U ERFHEE T AT, 201741 H 12 BARENT: TEED

WT DHEND L. KETIE, RERANGHT D ElZKRIT 28D A7 2RI 272008 9] B
Y F—F—Zxd D AR R EF I, A S L OF B R ERFIZ FEHE S A7 R F K O R E R
L C~==7 /b (EPA Label Review Manual BNZOWTRRNT B, Tz, AF#TrE, EED
Chapter8®) [ZHEV 2 Tl I3 2 BEfil ik WelZxt 2R Y 27 QBRI fi28 %o PR
DI EZFELE L TIREIN TV A. (MP3s: Managed Pollinator Protection Plans,
XA =aF ) A RRERAORY x—H —~D DU MP3s &V 9)) OIFEHZHERL TWAH 2 &b

10



MP3s OE Y #HIACHOW T B EZ G4 5.

1. BUSEEZFEIIRENCOBADBRREZEHR
T 51-6DRZE (EPA’s Proposal to Mitigate
Exposure to Bees from Acutely Toxic Pesticide
Products., 2015.5)

1.1.58

2014 4F 6 B, KEOA N<IKFHEE (4 X3
YRFZDOMAR Y R —FZ —OEFIRIE M LS H
D 7o O L~V DR CRAETHEE ) 2R
L7, ZOEIKDO—>2L LTHRY x—F—DEL%
LT TDITEMRBITO— OB L, BRAHT
U CRIEICIY fTe B D R S iz, a5z i)
2015 4F 5 A, EPA [IfaZM~ D EFEIRER & KEE
RS T2, APERIEDTRVEIRIZ OV T T UL
Ik DRI [BIEHI R o AEEIL] 2 2B
LT EERBELR Y. REIFLINICRT 3 2051
ZA iz TR oW [BRTESIh o ZEIE] &k
DHEDTH-T.

ORARFE 71Tk THA 72
QRN TR —EAE2FHT 2 [(EENH

2 BEMICEIER AT D
@ Y NFITHIT DA MERER R (LDso A3
11 pgfbee Flii) A ZIRLST D3 F A 2 A1 & 5
%

1.2.7871yHaA M (Response to Public Comments
Submitted on the Environmental Protection
Agency’s Proposal to Mitigate Exposure to Bees
from Acutely Toxic Pesticide Products., 2017.1)

2015 4= 5 H AT B RS (90 R D7
Uy raXsh, 20154 8 28 A T) T,
10 TEEBx2a Ay bRFELRZ. ax sk
D% < 1L EPA DB LT RFN ORI 2755
EWEETEZ 2T 2T REIF/FTHHDOTH-
7. EPA (= A hOWNEZREA LK 450 fFOH
g X MZOWTHHB BN /8 U E 22 B
EATolz. BntESNHEBEIFL T LB 9.

- A O GRZHY—EAD N TEERIN
BN, BAEANT, TOMOER?)
W) R EHEE (T VEOR, EEHE)
DWW L RZOBMRICE JIET 2

11

CEEFHICHOWLNS HEOER
cEEMY A IS A, BEEET —¥
VG L7kt & 2 B Y fH A
« MP3s OHL Y 1A
- ERIOEAEY (7T —F2F,
%) ICHET o EE

Vg, TAHRANR

2. AEEETTOIRENSDSYNFAORE
FERBTIOOREORFABRS L UBE
Bk D X7 Y > 7 a2 M 2515, EPA 132K
~OEBTER R R B E A fRT L, &0 E =R Tkt
DEWEBIOH D FIZON TR Tz, AHE
TIX, 2015 4 5 A OB A IETEN 283 IR E D
Bl DLRET LToRER DB L OMGHE R 2= E
IE&N7= EPA O J5#F ORI SWTRAT 5.

2.1. BYY—EXRZRATHIRRBGEDIIHT S
SRIVRHZ LB EDRE (Impact Estimates from
Proposed and Revised Pollinator Labeling for
Representative Blooming Agricultural Crops
Utilizing Commercial Pollination Services., 2017.1)

EPA 732015 TR L2 RIT AP — FN—2D
A (REHER, A RhEk oy OSMEREFEN: LDso 28 11
puglbee Ajili) IZESNTNAHZD, IV RF~OD
SRR M OIRVZ & A E OF ikl & BREOBR
BANTEEREZ 7 ) T CEFICEANRIREND
LR TRISH, BENRERRFEELZTDHZ
ENBESNTZ. 22 TEPA XY AT X—RDFF
IS < HIBRFIEIC OV THE 21T o 72, BARRY
20E, Tl SR O B R H 7= O &S
IYNFOEMBEECHEE L, £ OMEE M%A%)
By D Y S TF a4 (LDso) TR
T Eizk Y U A7k (RQ: Risk Quotient) %K
W, ZOENSIERZEFMICRK T D EE L~
(LOC: Level of Concern) TH 2 0.4 x5 (=
RQ 73 0.4 ZiE 2 %) BHFNMR > THIRZAT S LW
PHbDOTH L. ok, BECHIWTIEEIL 2014 Fl2n
KanidekicB I 28727 ) A7 FMFIE 20
VI B PEREAL (Tierl) OREIEITHEL TWD.

Bl 22 e~ 0D FEFRIR R A & 7772 0 DT 7= A il R
X 2 BE OIS & LT, LRI R FE T AMbE e
4 OOHRBEN RSN



O Y RFIxET D AtEREAER 2350 < 2R
A CE¥ERCm) OhEH
QZIEYA T2 T 1 Tl
ORI Z A L2\ CRks
OBRTE 238 ) 7= 3L O i A
FRO~@QNWTNORTH-ThH, LW &
REZ~OEIYE RIS 2 2 MINC & 5558
DTREINDD, —RHREEZIERT 2720, »
KONDEH T N—7" (£ 1) IZOWT, REHZR
AR T CTORBIELL TR a2 F23R
HEhiz.

®1. BEOZEEEFLEENIL—T

EmIIL—7 EEEHE

7—EVK BRY—EX~NDIKREE &
FEEHARE S

YaZ R BREORE RH @
ER T I+ THRAR.

W, KM F | B —ERXRDIKREELS

3, TIL—RY | L. MNEOERYOKRE.

— I5uRY

1) B 4EY ST ERERRICHIET D
=%, Ep5Y, Arano—
7T (A rorRRK), KT
o, ROy aFHiET
& IR

TFILI7ILT | BFEY (EHED) OREK.

7HEF

E<x71) By —EXOF FAZE 2 4.

AP = RRX=2DHIRR (LT, JREE WD) Z1T
STEHAE L ) A7 N—ZO®IE (LLF, BERE W
5) BT T GEOZRENIZ DN T3 R MEINIZ
K DR BRI LT R, JRE T, B R,
BR, WbI, KaF=2, v IEHEY, FE1ERO
BENRKEWEHE SN, £/, 74— —,
7 R — 3BT DSR2, PRLE
DEFERBG O (R 2). BERTIE, f7
e L 7 U BHMEY, Wb ZEBROTRE kIR

WEHEE ST T E & U U BHEmIC OV T,

FEDORE BRI T DUBRTEBENR RN DITHE
LRBRICHERITIRE W EHEE S L. —0F, 2R,
R, KT, 7A—_U—, 77 —DF
BIINBRICLDaA DR LRS- (F£3).

EAFIRIC & 0 PRSI EE, RVEAI 20

BEICAEC BN KIS TH Y, REHDH 55
AOBI A MIHEBER/ NS WE RS bz, £
7o, BRIEHIS R VMEY, BRFEHINE £ - TR UE
PIIHEERBKRELS D ENHL NIRRTz,

2.2. BITHTZREHAAORKY R ZEET S
= DX ERERE T DFEH(U.S. Environmental
Protection Agency’s Policy to Mitigate the Acute
Risk to Bees from Pesticide Products., 2017.1)

EPA 732015 127~ U722 RIT & 2 BRI O
RETCIE, BB BV E 7 BAERIA E £ o T
RUVMEM OFFET BT, Bz 2 HIROEAIZ LY
SEDOBKELE LD LT bivle. AREHHR
w3, XVBENLRGHRPEL DL, 2017
1A 12 B, EPAITREIC VW CEBZH I —E
A DT CEBR S NI AT 2 R 5 Hisk &
LT HREDM I 22 Y 27 2 2729
DI O] BAKLT.

ARTTENT, LUF OEHEF T A 72 4 35
MEns.

OWCR E 71Tk T %
Q@RS THRZ I — B R Z R T D5 TREMEN &

2 IR K IERAG T D
@I VAN F OB & OHREE TS5 <
RQ A TE DAY 27 O&E 1L~V (LOC:
0.4) 2 5HEFTETHTSLH*

CONFE L B HEERHSy, OB LUOITFRE

ERICANE)

FRERFICHRE T DR T IV OEEHEE, A
PV 27 ZARIHT A 720, LTORNFICET T 5
EBREI NI

[ZHZHmr—Ee22HFA LTV BE5E,
BAIEHIN T35 £ T, 1EM~DEIEH
fMzEE. 72720, W, BERERIEX,
FRA] ST T O PR R F 7o 1R B
I > THIE S-SR L OE o
FE~DOBR & P51k F 7213+ 5 720
o (LN, BEPBRO DO & v

9) 13R<]

AJ#HT EPA IR E - 1Tk Tlfi s n o



mEETHENRTOV A NEERL, IV 8F~
ORMEEfMBEEOR S 26 3 B (Groupl-3) (2
SR LTz, B SClE Groupl O A& BARFNZ By 3
REINTERY, AtEEAFEMER &V (LDso 28 11
pg/bee Hfii) L FEM STV D 43 DA B 38
WENTWD. Group2, 3 IZOWTITESHE T
LFEELERSTND. £, AfERHCIE, BZH
F—ERAZHHTLEEDY 2 N, BRZHY—E
2 &EFIRT 2 BAEY CHRIEB A E E > TWARWE
MOY RNl R Rx—F =T 22D U 2
7 HBRT 5 ETHRARERATH I TV D.

EPA 37V w7 axt s MILDEREEEL,
AIete L0 RO H H-E LT 579, LTl
PRI L CREBIZ2 AN (T~ iFE B HOFERIZ B
T 5 2FOFINN) R Lz, T ICE 2 H#d
5.

st 1

[FBBFMEIMEY (RTes 28 6 B L 0 V) B4

RTes &13, FREEMRER WO RIND I
NFRLBDFETITN 26%F T F A D DITLIE/RIE
fTdHs. Rl 6 FEILL T2 RTHE, 77720
B FMEDME & FEIE S 7 5 BRI DN T
1%, IVANATF OB TOIEBMER TRNESZRD
NI T DM ZR D, LR Lie T~
DUEEFHEZLUTO LI ITHETT5Z & & A e
LTW5%.

[(ZFZ Y — e 2 2RBA LTV 254, B
TEMNE T T2 FE T, 1B ~DEIEH A %
ik, 72720, BRUROT-OOHImET-
IZEDOAY 2 BEFIN G B O 8 REHETD
B OBAR TR ]

Bist 2
[BRAEMIM AR W E 7B E F o TR UME
W fE BB B S D5 S

BAMEHAIRI S R W E 72 IZBE I & E - Ty
VEM PRI BT S D 5 G, IV AF
DEH T DIEBANEFE Tl & B 2 B2 IRefal 7
BLOKURICBIT OHEHEZRD, 7NV OEREFIH
U TOESICHETTDZ & amiEe LTS,

13

[ZH=m— e 2 Z2FA LT 2854, B
TEMN5E T35 F T, B ~DOEIERA &
ik 2720, BEAVROTO O, H
DAY H2K5ERI2 6 HOHE TCofdil
FO&IED 50° F (B 10.0 ) LT
R DA B < ]

3. BRZMY—ERO T TEEIN-TEMENS
DO FEETE (MP3s: Managed Pol | inator Protection
Plans)

AR ~DBIRTE LIS T 720, BR /SR
DB 7 TEIE KD IR TR T D E2 L 07
KTBH”Y ATHIEARZHLEHZLITEETH
A 1D,

KENZBWT SRR L BRE L SRS E D
T B C IR LIS 0 ) 2R e~ oD R SRR A 5 T
ToDIZEELEZ LN TR, BIEDEALINTIE
DAl & © MP3s 235K E S AU ST . ARTES)
AR O KFHHEFEE 9DRKRICLVIERILL TR
Y, 2015 4 6 HIZIZM-FIFRA RIERFZEREM 2 L
— 7" (SFIREG: State FIFRA Issues Research and
Evaluation Group) 7 MP3s |ZBHT 241 &4 A
LEDEARLTNS.

MP3s O —o BIEIX, T XCTOBMRE R EH T
MBI ERE T D, — (RIS S~ B3R
ERO TR ERET HZ L ThHD. Wl a £
ST JFECREIZER Y flde = & T, (B L K%
OWNNFEELZEZ LN TEY, MiE TR L)
& OIZBWTH MP3s OFREEESRENTNS.

ARIETIL, i HIEIIZT MP3s ICEV LA TWD &
BEZoNDNY TN =T INBRAFE L TWDEHE
% I MP3s O BRI E Y AL DV THRAS
T 5.

1) MP3s o FA &5 B

MP3s 1%, BIE, MENE S BB #IC
ROENTREY, ZHLFOMOF—EADT=DITA
MBI Lo TEHINIENE END. BEHINTAE
W EL, FiZ'A 3 U YT (Apis mellifera)
THDHN, TINT 7T 7% RF (Megachile
rotundata) °— > Y /~NF3F (Osmia spp.) ,

B~ DO~ "F  (Bombus spp.) NNE



ENHEINTNWD. 72k, EPA X, ZhbHEH
SN AN F~ORIEBEFED V X7 8T
572 OEERE OIS, B0 T LIS O FER
NEZT DV 27 bHETHEEZ TS

2) EREHE
BV T H =T MTIE, BV 75 =T M

il /& (DPR: California Department of Pesticide
Regulation) &H VU 74 /L =T &k - ¥4

(CDFA: California Department of Food and
Agriculture) 2%, BV 7+ L =TINFEEFZES

(CACs: California’s County Agricultural
Commissioners) & BRE82iH#E U CRESK O H A
FLY A7 DRWERFEREZHEEL TS Zhb

DOFAREIX, MP3s OIEEI CTHULAIREZH - TV 5.

3) 7or)—FEH
FARGE~DREIRBEL RO TZODOKET U b

V—FIEEE LTCINETUTOMRMYMEAENSE

IS TWND.

- FIEBEREREOMME (2014423 A, DPR &%
V74 v=77—F FH%a (ABC: Almond
Board of California))
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We performed uptake experiments with 12 different organic chemicals using 16 plant species and determined differences in the
ability of plant species to take up and translocate these chemicals. There were differences among the plant species in the shoot
and root concentrations of each organic chemical. The root concentration factor values increased with an increasing log of the n-
octanol-water partition coefficient (log Ky) of organic chemicals. Thus, the concentrations in roots may be predicted to a cer-
tain extent because the root concentration factor values were related to the log Kqy. The root-to-shoot translocation was related
to the log Koy because the shoot-to-root concentration ratio decreased with an increasing log Koy; however, there was no clear
relationship between the shoot concentration factor value and the log Koy, and this differed among plant species. © Pesticide

Science Society of Japan

Keywords: pesticide, plant uptake, root concentration factor, shoot-root concentration ratio.

Introduction

Agricultural land can be burdened with various anthropogenic
organic chemicals, including pesticides applied intentionally for
production and pollutants mixed unintentionally. These organic
chemicals can cause various problems, such as crop contami-
nation from pesticides exceeding the maximum residue limits
(MRLs).D Recently, in Japan, agricultural chemicals used on
preceding crops and persisting in the soil were detected in suc-
ceeding crops at levels exceeding the MRLs." In these situations,
production areas may be forced to take emergency measures,
such as the self-imposed stoppage of shipments or the exten-
sive inspection of soils and crops. At present, countermeasures
for these problems are carried out on a case-by-case basis, and
a strong need exists for measures that use science-based risk
evaluation of crop contamination. As a preemptive strategy, it is
important to predict the uptake of organic compounds by plants
based on physicochemical properties and plant physiology.

In general, plant uptake of organic chemicals is influenced
by their chemical properties, especially those that determine
the n-octanol-water partition coeflicient (Kqy) or, more often,

log Koy In a hydroponic experiment with Hordeum vulgare,>)
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as hydrophobicity increased (i.e., log Ky increased), organic
chemicals were concentrated in the roots. On the other hand,
the relationship between translocation to shoots and log Kqy
produced a bell-shaped curve.>® It was also reported that the
relationship between translocation to shoots and log Ky, fol-
lowed a negative sigmoid curve.” Based on the relationship be-
tween log Ko and accumulation in roots or translocation to
aboveground tissues via xylem, a number of plant uptake mod-
els for xenobiotic organic chemicals have been developed.®™*¥
However, in these studies, differences among plant species in the
uptake and translocation of organic chemicals were not consid-
ered.

Numerous screening data are available concerning the con-
centrations in soils and residues in crops or vegetables of pesti-
cides applied to soils. However, these screenings have focused on
pesticide residues in edible parts, and so the parts in which con-
centrations were measured have differed-in some cases fruit and
in others leaves and stems. Moreover, in these screenings, the
cultivation periods differed with the crop or vegetable growth
speed, and so the periods of pesticide uptake from soil by plants
were also different. In this study, we intended to observe dif-
ferences in the organic chemical concentrations in shoots and
roots under the same growing conditions-that is, the chemical
concentration in the soil, the plant uptake period, and plant size
(especially root size). By choosing different pre-growing periods
and plant densities, the tested plants were grown for the same
period (21 days) in soil treated with the tested organic chemi-
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cals, and the concentrations in shoots and roots were compared.
Using the results, we discussed the different abilities among
plant species to take up organic chemicals from the soil into
their roots and to translocate the chemicals from their roots to
their shoots. In addition, we considered the chemical properties
affecting the concentrations of organic chemicals in shoots and
roots among the plant species.

Materials and Methods

1. Preparation of the test soil

For plant uptake experiments, we used 12 organic chemicals
with a wide range of log Ky levels: —0.6 to 5. The tested chemi-
cals were 10 pesticides and f-HCH and dieldrin, which are per-
sistent organic pollutants (Table 1). These organic chemicals
were chosen because they are relatively hard to degrade in soil
and they are not herbicides affecting plant growth. The organ-
ic chemicals were dissolved and mixed in acetone to 50 mg/L.
One liter of the mixture was added to 278 ¢ of Celite® powder
(No. 545; Wako Pure Chemical, Osaka, Japan), and the acetone
evaporated for 4hr at room temperature in a draft chamber. Be-
cause chemicals were volatilized while evaporating the acetone,
their final contents in 1 g of Celite®
122.7 ug of clothianidin, 128.2 ug of imidacloprid, 129.7 ug of
thiacloprid, 122.7 ug of metalaxyl, 133.6 ug of fosthiazate, 82.7 yg
of fenobucarb, 81.0ug of procymidone, 104.0 ug of flutolanil,
102.9 ug of tolclofos-methyl, 100.6 ug of f-HCH, and 92.6 ug
of dieldrin. These organic chemicals were added to an uncon-

were 124.9 ug of dinotefuran,

taminated Andosol (soil texture, loam; pH [H,0], 5.5; cation
exchange capacity, 33.8 cmol/kg; organic carbon, 52.1g/kg; and
water-holding capacity [WHC], 747.1 mL/kg soil).

2. Plant culture in the test soil

Plastic pots (600 mL) were filled with prepared soil (450 g of un-
contaminated soil mixed with 5g of Celite® prepared as above).
The soil in each pot was fertilized with 5g of chemical fertil-
izer (0.4 g nitrogen, 0.17 g phosphorus, and 0.34 g potassium)
and 5g of dolomite. We raised plants of 16 species (Table 2).
Seeds were sown in nursery soil and germinated in a growth
chamber (Koito Kogyo, Tokyo, Japan) at 20°C under a 14:10hr
light:dark cycle. At 7-28 days, the seedlings were transplanted
into pots and raised in the same conditions for 21 days. Growth
periods and plant densities were chosen to obtain approximate-
ly equal amounts of biomass so that the root dry weights were
1-2g per species (Table 2). The soil moisture was maintained at
50-70% water holding capacity (WHC). Twenty-one days after
transplanting, shoots and roots were harvested. The roots were
washed in running tap water and sonicated in distilled water for
5min to remove soil particles. For each sample, the fresh weight
of shoots and roots was measured, and then cut finely, mixed,
and divided into two subsamples. One subsample was dried at
70°C to measure the moisture content, and the other was used to
measure organic chemical contents. These uptake experiments
were conducted in quadruplicate.

3. Analysis of organic chemical concentrations in the soil and soil
solution

To analyze organic chemicals in a soil solution, we mixed
667 mg of prepared Celite® into 60g of uncontaminated soil in
a 100 mL stainless steel vessel, adjusted the water content to 60%
WHC with Milli-Q water, added the lid, and placed the vessel in
darkness at 20°C. After 1, 3, 7, 14, and 22 days, the soil solution
was collected by centrifuging at 15,800Xg for 60 min. The ex-
periment was conducted in quadruplicate.

Table 1. Physicochemical properties of 10 pesticides, f-HCH, and dieldrin.

Chemicals Pesticide type Substance group Octanol-water partition coefficient (log Koyy)
Dinotefuran Insecticide Neonicotinoid —0.5499 —0.5499 —0.5499
Imidacloprid Insecticide Neonicotinoid 0.579 0.579 0.579

Veterinary substance
Clothianidin Insecticide Neonicotinoid 0.79 0.79 0.905%
Thiacloprid Insecticide Neonicotinoid 0.749 1.269 1.26%
Molluscicide
Fosthiazate Insecticide Organophosphate 1.689 1.689 1.68%
Nematicide
Metalaxyl Fungicide Phenylamide 1.759 1.759 1.759 1.657
Fenobucarb Insecticide Carbamate 2.679 2.679 2.78%
Procymidone Fungicide Dicarboximide 3.149 3.149 3.309 3.39
Flutolanil Fungicide Phenylbenzamide 3.179 3.779 3.179
B-HCH Organochlorine 3.8
Tolclofos-methyl Fungicide Chlorophenyl 4.56% 4.569 4.567
Dieldrin Organochlorine 5.207 3.79

@ Values obtained from The Pesticide Manual (16th ed.)."”

Y Values obtained from Illustrated Handbook of Physical-Chemical Properties and En-

vironmental Fate for Organic Chemicals Vol. V Pesticide Chemicals (selected properties at 25°C).!) 9 Values obtained from The 2011 Pesticide Hand-
book.!” ¥ Values obtained from the Footprint Pesticide Database of [IUPAC.'®
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Table 2. Plant growth period and density per pot.

Growing days
Plant name Family name Cultivar name Plant density per pot
in nursery soil in test soil
Hordeum distichon L. Poaceae Hayadori-2 21 10
Zea mays L. Poaceae Gold dent 21 2
Glycine max Merrill Fabaceae Fukuyutaka 14 21 3
Phaseolus vulgaris L. Fabaceae 10 21 3
Brassica oleracea L. var. capitata Brassicaceae Irodori 14 21 3
Brassica rapa L. var. peruviridis Brassicaceae Yokattana 21 21 3
Chrysanthemum coronarium L. Asteraceae Satoyutaka 21 21 3
Lactuca sativa L. Asteraceae Sun valley 21 21 2
Allium wakegi Araki Amaryllidaceae Jakkoh gold 28 21 20
Apium graveolens L. var. dulce Apiaceae Top seller 28 21 10
Solanum lycopersicum Mill. Solanaceae Magnet 21 21 3
Capsicum grossum L. Solanaceae 21 21 3
Cucumis sativus L. Cucurbitaceae Sharp-1 14 21 2
Cucurbita maxima Duch. Cucurbitaceae Ebisu 10 21 2
Spinacia oleracea L. Amaranthaceae Summers 28 21 5
Beta vulgaris L. var. cicla Amaranthaceae 14 21 5

To purify of dinotefuran, clothianidin, imidacloprid, thiaclo-
prid, fosthiazate, and metalaxyl, a 10 mL aliquot of the soil solu-
tion was cleaned using the method applied for group A from
Motoki et al. (2015).' The dinotefuran, clothianidin, imida-
cloprid, thiacloprid, fosthiazate, and metalaxyl in the purified
samples were measured by liquid chromatography-tandem mass
spectrometry (LC-MS/MS; ACQUITY UPLC-Quattro Micro
APL; Waters Corporation, Milford, MA, USA) equipped with an
ACQUITY UPLC HSS T3 (30mmX¢2.1, 1.8 um particle size;
Waters).

To purify of fenobucarb procymidone, flutolanil, and tolclo-
fos-methyl, a 10mL aliquot of soil solution was cleaned using
the method applied for group B from Motoki et al. (2015).'” The
fenobucarb procymidone, flutolanil, and tolclofos-methyl in the
purified samples were measured by a gas chromatograph-mass
spectrometer (GC-MS; HP6890-5973N; Agilent Technologies,
Santa Clara, CA, USA) equipped with an ENV-8MS capillary
column (¢0.25nmX30 mX0.25 ym film thickness; Kanto Chem-
ical, Tokyo, Japan).

To purify of f-HCH and dieldrin in the soil solution, a 5mL
aliquot was spiked with 100 ng each of D¢-y-HCH and *C,,-
dieldrin (Cambridge Isotope Laboratories, Andover, MA, USA)
as an internal standard. The soil solution was extracted with
2mL of n-hexane twice with shaking for 1 min. The extract
was passed through Na,SO, for dehydration, syringe-spiked
with 100 ng each of *C,,-2,4,4’-trichlorobiphenyl and *C,,-
2,2',4,4',6,6'-hexachlorobiphenyl (Wellington Laboratories,
Guelph, Ontario, Canada), and then concentrated to 100uL
under a gentle stream of nitrogen gas. The f-HCH and dieldrin
in the purified extracts were measured by GC-high resolution
MS (AutoSpec Ultima; now Waters/Micromass, Milford, MA,
USA) equipped with an ENV-8MS capillary column.
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To analyze organic chemicals in the soil, we mixed 89 mg of
prepared Celite® into 8 g dry weight of the uncontaminated soil,
placed the soil in a 50mL centrifuge tube, adjusted the water
content to 60% WHC with Milli-Q water, covered the tube top
with cling film, and placed the tube in darkness at 20°C. After
1, 3, 7, 14, and 22 days, the test soil was extracted with 30 mL of
acetone by shaking for 20 min at 20°C. The solution was centri-
fuged at 2000Xg for 10 min, and the supernatant was collected.
This extraction was performed twice, and the combined acetone
extract was adjusted to 100 mL. The experiment was conducted
in quadruplicate.

To purify of dinotefuran, clothianidin, imidacloprid, thiaclo-
prid, fosthiazate, and metalaxyl, a 10 mL aliquot of soil acetone
extract was added to 10mL of water. The extract was concen-
trated in a rotary evaporator. To the concentrated extract, 1g of
NaCl was added and then purified as for the soil solution. The
dinotefuran, clothianidin, imidacloprid, thiacloprid, fosthiazate,
and metalaxyl in the purified extract were measured as for the
soil solution.

To purify of fenobucarb procymidone, flutolanil, and tolclo-
fos-methyl, a 10mL aliquot of soil acetone extract was added to
10mL of water. The extract was concentrated in a rotary evapo-
rator. The concentrated extract was purified as for the soil so-
lution. The fenobucarb procymidone, flutolanil, and tolclofos-
methyl in the purified extract were measured as for the soil solu-
tion.

To purify of f-HCH and dieldrin, a 10mL aliquot was spiked
with the same internal standard as above. Each extract was
washed through an InterSep K-solute® column with 100 mL of
n-hexane, and the eluate was concentrated in a rotary evapo-
rator. The concentrated extract was purified through a graph-
ite column and an ENVI-Carb-II/PSA column. The sample was
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syringe-spiked and then concentrated to 100 4L under a gentle
stream of nitrogen gas. The f-HCH and dieldrin in the purified
samples were measured by a GC-MS instrument equipped with
an ENV-8MS capillary column.

4. Analysis of organic chemical concentrations in plants

To extract pesticide, each 10g of the shoot and root sample
was homogenized in 100mL of acetone. The extract was passed
through a filter and adjusted to 200 mL.

To test for dinotefuran, imidacloprid, clothianidin, and thia-
cloprid, a 4mL aliquot of the extract was concentrated. Then
3mL of water and 1g of NaCl were added to the concentrat-
ed extract, and it was adsorbed with a for 10 min and washed
through a InterSep K-solute® column with 40mL of n-hexane.
An InterSep GC-e® column (GL Sciences, Tokyo, Japan) was
connected below the diatomite column and then eluted with
80 mL of ethyl acetate. The eluate was concentrated and dried.
The dried residue was dissolved in 2mL of water: methanol
(50:50) and then passed through a 0.2yum filter. The dinotefu-
ran, imidacloprid, clothianidin, and thiacloprid in the purified
samples were measured by LC-MS/MS (AQUITY UPLC-Xevo
TQ MS; Waters) equipped with an AQUITY UPLC BET C18
column (2.1 mm X100 mm, 1.7 um particle size; Waters).

To test for fosthiazate, metalaxyl, fenobucarb, procymidone,
flutolanil, and tolclofos-methyl, a 20 mL aliquot of the extract
with 200mL of 5% NaCl aq was extracted with 100 mL of di-
chloromethane with shaking. We collected the dichlorometh-
ane, and then extracted 50 mL of dichloromethane with shaking.
The collected dichloromethane was concentrated and dried. The
dried residue was dissolved in 5mL of ethyl acetate and then ad-
sorbed with a graphite column and an InterSep GC/NH2® col-
umn (GL Sciences) and then eluted with 15mL of ethyl acetate.
The eluate was concentrated and dried. The dried residue was
dissolved in acetone and adjusted to 10 mL.

To test for fosthiazate, metalaxyl, fenobucarb, and flutolanil,
a 2mlL aliquot of the extract was concentrated and dried. The
dried residue was dissolved in 2mL of acetonitrile and then
passed through a 0.2um filter. The purified samples were mea-
sured by an LC-MS/MS instrument equipped with an AQUITY
UPLC BET C18 column.

To test for procymidone, a 2mL aliquot of the extract was
concentrated and dried. The dried residue was dissolved in
2mL of n-hexane adsorbed with a Sep-Pak Florisil® Plus col-
umn (Waters) washed with 10mL of diethyl ether: n-hexane
(4:96) and then eluted with 20 mL of acetone:n-hexane
(5:95). The eluate was concentrated and crystallized. The res-
idue was dissolved in 1 mL of n-hexane. The purified samples
were measured by a GC-electron capture detector (GC-ECD
6890; Agilent Technologies) equipped with a DB-1701 column
(0.25mmX30m, 0.25um film thickness; Agilent Technolo-
gies).

To test for tolclofos-methyl, a 5mL aliquot of the extract was
concentrated and dried. The dried residue was dissolved in ac-
etone and adjusted to 1 mL. The samples were measured by a
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GC-flame photometric detector (GC-FPD 6890; Agilent Tech-
nologies) equipped with a VF-200MS column (¢0.25 mmX30m,
0.25 ym film thickness; Agilent Technologies).

To extract B-HCH and dieldrin, the shoot and root samples
were homogenized with 150 mL of acetone for 3min. The ex-
tract was passed through a 0.8 um glass fiber filter and concen-
trated to 50mL in a rotary evaporator. A 5mL aliquot of plant
extracts was purified as for the soil acetone extract. The f-HCH
and dieldrin in the purified extract were measured as for the soil
extracts.

5. Statistical analyses

Statistical analyses were performed using SPSS 23 software
(SPSS Inc., Chicago, IL, USA). Analysis of variance (ANOVA)
was followed by Tukey’s multiple comparison test using a pair-
wise comparison matrix to determine which samples differed
significantly.

Results

1. Organic chemical concentrations in the soil and soil solution
We defined the acetone-extractable organic chemicals as the total
organic chemicals in the soil, and the organic chemicals in the
soil solution as phytoavailable organic chemicals (Table 3). The
half-lives (7,,,) of the total and phytoavailable organic chemicals
were calculated from the changes in concentrations as:

C,= Copelkt (1)

T,=1n(2)/k 2

where k is the rate constant, C, is the final concentration, C, is
the initial concentration, and ¢ is the number of days from start
to end. We calculated the mean concentrations of organic chem-
icals in the soil and soil solution during the experiment period
by integrating Eq. (1) over 1-22 days and dividing the integral
by 21.20

The concentrations of total organic chemicals were approxi-
mately constant during the experiment, although the concentra-
tions decreased by 30% for fosthiazate and by 20% for metalaxyl.
The mean concentrations of total organic chemicals calculated
from the regression formula were in the range of 1000-1300 ug/
kg, except for fenobucarb, procymidone, and f-HCH which had
concentrations of 742, 976, and 941 ug/kg, respectively.

The initial concentrations of organic chemicals in the soil so-
lution were quite different: 900 ug/L for fosthiazate and metal-
axyl; 500 ug/L for dinotefuran and fenobucarb; 20-100 ug/L for
imidacloprid, clothianidin, thiacloprid, procymidone, flutolanil,
and $-HCH; and 2-5pug/L for tolclofos-methyl and dieldrin.
The concentrations in the soil solution had greater differences
among tested organic chemicals than did the total concentra-
tions in soil; concentrations decreased during the experiment
with half-lives of around 6-20 days. The mean concentrations
of chemicals in the soil solution calculated using the regression
formula were 180-360 ug/L for dinotefuran, fosthiazate, metal-
axyl, and fenobucarb; 7.5-30 ug/L for imidacloprid, clothianidin,
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Table 3. Concentrations of total and phytoavailable organic chemicals in soil.

Chemicals Concentration (ug/kg, pg/L)" C,=Cyelkt T Mean Conc.
1d 3d 7d 14d 22d Cy k P (days)  (ug/k, pg/L)
Total organic chemicals in soil
Dinotefuran 1263.0 1399.8 1372.0 1291.4 1295.9 1341.5 0.001 0.08 >22 1319.4
Imidacloprid 1300.7 1475.5 1355.1 1234.1 1313.5 1377.3 0.003 0.20 >22 1323.8
Clothianidin 1317.9 1392.6 1262.8 1156.1 1163.5 1355.3 0.008 0.77 >22 1234.0
Thiacloprid 1289.7 1557.8 1363.9 1294.8 1364.6 1397.7 0.002 0.05 >22 1364.9
Fosthiazate 1422.6 1479.5 1144.5 1009.3 1039.7 1421.6 0.018 0.74 >22 1159.9
Metalaxyl 1272.0 1294.5 1071.6 1006.9 1061.3 1250.5 0.010 0.60 >22 1111.0
Fenobucarb 827.0 879.3 665.1 693.9 728.3 810.8 0.008 0.31 >22 742.4
Procymidone 1033.9 1158.7 844.0 959.0 962.6 1033.8 0.005 0.14 >22 976.0
Flutolanil 1396.5 1590.6 1155.6 1383.0 1326.6 1410.2 0.004 0.07 >22 1353.0
B-HCH 864.5 1080.6 947.0 915.5 925.9 959.7 0.002 0.03 >22 940.6
Tolclofos-methyl 1149.7 1289.7 869.9 935.3 942.7 1146.8 0.012 0.38 >22 1000.9
Dieldrin 1205.2 1278.8 1310.8 1122.8 1254.7 1248.4 0.001 0.04 >22 1229.2
Phytoavailable organic chemicals in soil
Dinotefuran 511.6 427.8 396.0 271.4 255.3 491.9 0.033 0.92 20.8 335.2
Imidacloprid 40.2 28.6 20.2 11.9 11.3 34.9 0.060 0.88 11.6 17.5
Clothianidin 64.0 44.5 35.4 20.6 19.0 56.2 0.057 0.89 12.3 29.3
Thiacloprid 20.0 12.9 8.5 4.9 4.6 16.5 0.068 0.86 10.2 7.5
Fosthiazate 857.1 533.4 390.3 215.3 171.8 727.4 0.073 0.92 9.5 314.3
Metalaxyl 946.7 565.5 406.2 250.2 212.9 761.9 0.066 0.87 10.5 357.0
Fenobucarb 426.5 268.4 300.6 118.2 96.0 402.9 0.070 0.90 9.9 179.6
Procymidone 45.2 24.6 23.6 9.3 8.2 38.1 0.079 0.88 8.8 154
Flutolanil 101.4 44.4 40.5 14.5 12.2 77.3 0.095 0.87 7.3 26.0
B-HCH 33.7 21.9 16.3 11.4 10.5 27.6 0.051 0.84 13.6 15.3
Tolclofos-methyl 5.4 24 1.8 0.6 0.5 4.1 0.109 0.90 6.3 1.2
Dieldrin 1.6 1.2 0.7 0.8 0.6 1.3 0.037 0.71 18.9 0.9

9 The concentration of total organic chemicals were expressed in ug/kg per dry soil, and those of phytoavailable organic chemicals were expressed in

ug/L.

thiacloprid, procymidone, flutolanil, and f-HCH; and 1 ug/L for
tolclofos-methyl and dieldrin.

2. Organic chemical concentrations in shoots and roots of 16
plants

Shoot and root dry weights and transpiration rates are shown
in Table 4. Shoot dry weights varied 1.2-5 times among plant
species; those of Allium wakegi, Apium graveolens, and Capsi-
cum grossum were low. The root dry weights of all species were
approximately the same, except that A. wakegi, A. graveolens,
and Lactuca sativa were low, and those of Zea mays and Sola-
num lycopersicum were high. Transpiration rates were low for
A. wakegi, A. graveolens, and C. grossum and high for Brassica
oleracea, Brassica rapa, and Chrysanthemum coronarium.

The shoot and root concentrations of test chemicals are
shown in Table 5. The shoot concentrations of dinotefuran, imi-
dacloprid, clothianidin, and thiacloprid in B. oleracea, B. rapa,
and C. coronarium were approximately 2-5 times higher than
those in the other plant species. The concentrations of these
chemicals in Spinacia oleracea were also high; however, the con-
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centration of thiacloprid was below the detection limit. The con-
centrations of fosthiazate, metalaxyl, fenobucarb, and flutolanil
in C. coronarium were about 10 times those in other plant spe-
cies. The concentrations of dieldrin were clearly higher in cu-
curbits such as Cucumis sativus and Cucurbita maxima, at 10-50
times higher than in other species. There were no marked differ-
ences in the shoot concentrations of procymidone and 3-HCH
between plant species. However, as compared with the root con-
centrations of each species-although there were differences of
several magnitudes in the concentrations of dinotefuran, imi-
dacloprid, clothianidin, thiacloprid, fosthiazate, and metalaxyl
in shoots-differences between the plant species were smaller for
shoot concentrations. The concentrations of fenobucarb, procy-
midone, flutolanil, B-HCH, tolclofos-methyl, and dieldrin in C.
coronarium were 5-50 times higher than in other plant species.
The trends for interspecific differences in concentration were
not the same for shoots and roots. In fact, B. oleracea, B. rapa,
C. coronarium, and S. oleracea had high shoot concentrations of
chemicals with low log Ky, such as dinotefuran, imidacloprid,
clothianidin, and thiacloprid; however, their root concentra-
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Table 4. Shoot and root dry weights after 21 days of growth.

Dry weight (dw-g per pot)  rpangpiration rate

Plant Shoot Root (L/21days per pot)
H. distichon 7.59 ij 191e 1.42 efg
Z. mays 7.12 hi 3.90 f 0.83b
G. max 6.29 gh 1.65 de 1.25de
P. vulgaris 4.24 de 1.22 bed 0.74b
B. oleracea 9.55k 1.40 cd 1.70h
B. rapa 7.73 jj 1.58 cde 1.55gh
C. coronarium 5.51 fg 1.63 de 1.68 h
L. sativa 5.01 ef 0.81 ab 0.71b
A. wakegi 2.67 ab 0.64a 0.36a
A. graveolens 1.71a 0.73 ab 0.40a
S. lycopersicum 8.60 jk 2.03e 1.49 fg
C. grossum 2.90 abc 0.75 ab 0.52a
C. sativus 7.57 ij 1.21 bed 1.37 ef
C. maxima 8.23 ij 1.16 bed 1.1l cd
S. oleracea 3.40 bed 1.20 bed 1.03 ¢
B. vulgaris 4.10 cde 1.11 abc 1.06 ¢

Data were compared using one-way ANOVA followed by Tukey’s mul-
tiple comparison test (p<<0.05). Within a column, means followed by the
same letter are not significantly different.

tions were not high. Chrysanthemum coronarium also had high
shoot concentrations of fosthiazate, metalaxyl, fenobucarb, and
flutolanil, which had intermediate log Koy. In C. coronarium,
the root concentrations of fenobucarb and flutolanil were high,
but those of fosthiazate and metalaxyl were not. In brief, for C.
coronarium, the concentrations of chemicals with log Ky, lower
than that of metalaxyl were high in the shoot and low in the
root; those with high log K, such as f-HCH, tolclofos-methyl,
and dieldrin, were low in the shoot and high in the root; and
those of fenobucarb and flutolanil with intermediate log Kqyy
were high in both the shoot and root. Cucumis sativus and C.
maxima had high concentrations of dieldrin in the shoots and
medium concentrations in the roots. This result was consistent
with previous reports in which shoot concentrations of dieldrin
in Cucurbitaceae were particularly high.??

Discussion

1. Uptake and translocation of organic chemicals in 16 plant spe-
cies

The concentrations of organic chemicals in shoots and roots dif-
fered among the plant species. To determine the factors impor-
tant for these differences, we considered two processes: uptake
from the soil solution to the root and root-shoot translocation.
We defined the uptake amount of chemicals per root (i.e., the
amount of chemicals in the whole plant per dry weight of the
root [mg/kg root]) as the uptake of chemicals from the soil (or
soil solution) to the root (Table 6), and the shoot-root concen-
tration ratio (S/R conc. ratio) as the translocation of chemicals
from root to shoot (Table 7).

High shoot concentrations of chemicals necessitate a high up-
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take by the root from the soil solution, and also high root-shoot
translocation. If translocation is low and uptake is high, the root
concentration will be high, but the shoot concentration will be
low. Conversely, if uptake is low and translocation is high, the
concentration of chemicals in the shoot will not be high because
of a lack of supply from the root.

Brassica oleracea, B. rapa, and C. coronarium—which had 2-5
times higher shoot concentrations of dinotefuran, imidacloprid,
clothianidin, and thiacloprid than the other species (Table 5)—
had both high uptake (much uptake per root) and translocation
(high S/R conc. ratios) of these chemicals. In other words, B.
oleracea, B. rapa, and C. coronarium effectively took up these
chemicals from the soil solution and transported them to the
shoot. This seemed to result in high shoot concentrations of di-
notefuran, imidacloprid, clothianidin, and thiacloprid and low
root concentrations in B. oleracea, B. rapa, and C. coronarium.
In S. oleracea, there were higher S/R conc. ratios of dinotefuran,
imidacloprid, and clothianidin than in the other species. This
high translocation ability compensated for the medium uptake
of these chemicals, and their shoot concentrations in S. oleracea
were high. Hordeum distichon was nearly equal to B. oleracea, B.
rapa, and C. coronarium in the translocation of imidacloprid,
clothianidin, and thiacloprid, but was inferior in their uptake.
As a result, H. distichon had medium shoot concentrations of
these chemicals as compared with other test plants.

Chrysanthemum coronarium had shoot concentrations of fos-
thiazate, metalaxyl, fenobucarb, and flutolanil about 10 times
those of the other plant species; C. coronarium showed supe-
rior uptake of chemicals with a middle range of log Kqyy val-
ues. However, the translocation of fosthiazate and metalaxyl was
high, but that of fenobucarb and flutolanil was not. Therefore, it
seems that the superior uptake of C. coronarium was the lead-
ing factor in the higher shoot concentrations of these chemicals,
although the translocation of fenobucarb and flutolanil was not
high.

Shoot concentrations of dieldrin in C. sativus and C. maxima
were 10-50 times those of the other plant species, likely due to
their evidently superior uptake and translocation. Cucurbitace-
ae have a specific transport mechanism for highly hydrophobic
organic chemicals such as dieldrin; it was previously suggested
that they have transport proteins that play an important role in

root-shoot translocation of dieldrin.?2%)

2. Bioconcentration factors of organic chemicals in roots and
shoots
In the preceding section, we discussed differences in the up-
take and translocation of organic chemicals among plant spe-
cies. Here, we consider the effects of the properties of chemicals
on their uptake and translocation by plants. It is thought that
organic chemicals in the soil are taken up by roots through a
soil solution and then transported from the roots to the shoots.
Therefore, we regarded the soil solution as a medium in soil cul-
tivation conditions. In this experiment, because the concentra-
tions in the soil solution differed widely among the chemicals
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Fig. 1.
from the literature.
means followed by the same letter are not significantly different.

15,16)

(Table 3), we could not simply compare their concentrations in
shoots or roots. When the concentrations of chemicals in media
differ, the bioconcentration factor (BCF) is widely used to com-
pare uptake or translocation.?*?42%) We used two kinds of BCFs
to compare the uptake and translocation of plants. We defined
the root concentration factor (RCF) as the concentration in the
root divided by the concentration in the soil solution and the
shoot concentration factor (SCF) as the concentration in the
shoot divided by the concentration in the soil solution. Further-
more, we chose one plant per family from among the 16 test
plant species (resulting in seven species): H. distichon (Poaceae),
Glycine max (Fabaceae), B. rapa (Brassicaceae), C. coronarium
(Asteraceae), S. Iycopersicum (Solanaceae), C. maxima (Cucur-
bitaceae), and S. oleracea (Amaranthaceae). We plotted the log
Kow of the chemicals against the RCF (Fig. 1) or SCF (Fig. 2)
and examined the relationships between the chemical properties
and BCFs.

From low to high log Koy, although the RCF values tended to
decrease for fosthiazate, metalaxyl, and fenobucarb, the RCF val-
ues for the other chemicals increased exponentially. Moreover,
the pattern for each chemical was roughly similar among the test
plants. In general, organic chemicals are thought to be taken up
by roots mainly by sorption, and if this sorption is strong, then

26

Root concentration factors (RCFs) of organic chemicals. Error bars indicate standard errors of the mean (1=4). Log Kqyy values were obtained
Data were compared using one-way ANOVA followed by Tukey’s multiple comparison test (p<<0.05). Within a log K value,

log Koy is high. In a previous report, RCF values also increased
exponentially with increasing log Kow.? Therefore, we suggest
that the plant uptake of these organic chemicals was mainly con-
trolled by their hydrophobicity, as indicated by log Ky values.
The SCF values remained around 10! for chemicals of log Ky
—0.5 to 1 (dinotefuran to thiacloprid), decreased from 10° to
107! for chemicals of log Ky 1.5-2.5, and, in H. distichon, G.
max, B. rapa, A. wakegi, S. lycopersicum, and S. oleracea, tend-
ed to increase from 10* to 10* for chemicals having log K>3
(procymidone to dieldrin). The SCF values in C. maxima were
constant at 10" for chemicals of low to intermediate log Koy,
and those for chemicals of high log Ky increased as they did
for the above plant species. In C. coronarium and A. graveolens,
the SCF values varied little in the range of 10' to 10* for chemi-
cals of low to high log Ky The pattern of each graph did not
show similar trends among the plants, and there were unclear
relationships between translocation and log K. Plant metabo-
lism is an important factor for the plant uptake model of organic
chemicals.?” In our study, however, the degree to which plants
metabolized each organic chemical was not considered because
it was difficult to confirm the material balance of the chemicals
in the soil culture experiment. Therefore, to determine the de-
tailed relationships between translocation and log K of or-
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Fig. 2. Shoot concentration factors (SCFs) of organic chemicals. Error bars indicate standard errors of the mean (n=4). Log Ko values were obtained

from the literature.
means followed by the same letter are not significantly different.

ganic chemicals in plant species, further studies are needed with
precise experiments using hydroponic medium or radioisotope-
labeled chemicals.

3. General discussion
The shoot concentrations of each chemical were different among
the plant species, and we found combinations of plant species
and organic chemicals with high shoot concentrations. Brassica
oleracea, B. rapa, and C. coronarium had high shoot concentra-
tions of chemicals with low log Ky such as dinotefuran, imida-
cloprid, clothianidin, and thiacloprid. Only C. coronarium also
had high shoot concentrations of chemicals with intermediate
log Kows such as fosthiazate, metalaxyl, fenobucarb, and fluto-
lanil. Cucumis sativus and C. maxima had high shoot concentra-
tions of, specifically, dieldrin, which has high log Koy It is also
thought that a structural specificity may influence chemicals
with low log Koy (i.e., dinotefuran, imidacloprid, clothianidin,
and thiacloprid) because these are all neonicotinoid chemicals.
We compared the concentrations of organic chemicals in
roots and shoots, not in edible parts. Moreover, we did not take
into account the various MRLs for combinations of plant species
and organic chemicals. Although the possibility of exceeding the

27

1516) Data were compared using one-way ANOVA followed by Tukey’s multiple comparison test (p<<0.05). Within a log Kgyy value,

MRLs cannot be determined directly using our data, the results
will be useful in considering plant residue for pesticides remain-
ing in the soil.

Plant uptake and the translocation of organic chemicals were
related conventionally to log Ky by data obtained in hydro-
ponic experiments. If the RCF and SCF values can be correlated
with the log Ky, concentrations of certain organic chemicals in
roots and shoots can be predicted from their concentrations in
the soil solution. The concentrations in roots may be predicted
to a certain extent because the RCF values can be related to log
Kow—RCEF values increased with increasing log Koy. Howev-
er, for shoots, root-shoot translocation seemed to depend on
log Koy because the S/R conc. ratio decreased with increasing
log Koy but the relationship between the SCF value and log
Kow was not clear and showed different patterns according to
plant species. Henceforth, it will be necessary to plan a more
detailed study of plant physiological factors, for example, root
morphology (fineness or surface area), lipid contents, chemical
metabolism activity, and the possible existence of carriers that
may cause differences in the concentration of organic chemicals
among plant species.
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AIEA R LT,



8.3. MEROERMEDTZ

W TE *F G2 R 3R A R A L 7o B B A VR IR
(0.0003, 0.0005, 0.001, 0.002, 0.005, 0.01, 0.02,
0.05 8 X001 pg/mL) % LC-MS/MS IZIEAL,
Bonra< NI ADOY— 7 N KRR
BRAVERR Lz, FMERIZOWNT, HHEFRE o
2 L0 BRI R LTz

8.4 BRUEBRBSLUEEBRFDOHESR

ERRA O BEE LY —fEERECH S 0.01
mg/kg , BRHRARO BIEE% 0.003 mgkg & L7-.
EEREZRELE—0O/mE (8) LE¥—27 0
D)4 X (N) OFEESHhH SN 3 Y DBEE
ZRO TREFREICHRE L b O 2 RHRA
L L7z, [AREIC SIN L 10 A o8 % 5Kk Tk
B B L7 b DA ERIBA L L. B
PRI L OVERRAROHEHAZE DL FITRT.

CBRHIBR=3X (/A XOxKE K/PNOBE X
1/2) XIEHERRIRFE A HEAER v — 7 5 & X1/ Bk
IEICRT DB

cEERR=10X (/A XOfHKE F/NOhE X
1/2) X IEHERRIRFE /R HEE v — 7 i & X1/ 7R
BB DR R

8.5. EESLUREDHES

A RTAAZHE, RIREIIEE (BER)
2 70~120 %, DHTHEEEDS 25 Y%Ah, =BG EE A
30 Yo, mIREEITIEED 70~120 %, (HMTHE
D315 % AT, BN 20 %R 2 BAEE (R
458 L LTz

£R5.RESEHBD n-~NFHUADEIRE (%)

R4 HARSAVISRENEEES S VREDBRIE

= E B E | HHIRE | EARE
(ppm) (%) (RSD %) (RSD %)
=0.001 | 70~120 30 > 35>
0.001 < ~ =0.01 70~120 25 > 30 >
0.01 <~ =0.1 70~120 15 > 20 >
0.1 < 70~120 10 > 15 >
BRBLUER

9. MRS L UHEREORE
9.1. MHAZEDHRE

TR GRS S 2 ERIRRER L i, il
HIZIE 7 & b o BRI n-~F B LN 10 %
WALFT MY U ARIREHEH LTS, ZoZ &
5, ARt cbticiET & by, BT n-
AFP B LU 10 %l MU U LK A A
L7z.

FRIIC DN T, A BRI £ 5 Bl ER O &
To72.10 %iEAbF MU 7 AEEWK 20 mL 127 & b
VTR L2 0.1 pg/mL OFEAERRE 0.5 mL 3} L O
T hr 45 mL ZHRIL n-~F P2 20 mL TR
EORIH L TR LN, o ERE S
HIZ n-~FHP o 10 mL TIRESFIH L TELR
FEINRZ R Lz, ZORE, R5I1RTLEE
v 1 EHOMHT 94 %Ll EOEIRA T 5 2
ENTE. —J, 2 HHOHHTIERKTDH
03 %LIFL AV ERINNH NIRRT, T DTz
W, BIHMLOBSE EGHET, 2 BIAUKEOE L
D HRH P XA WS AT RE & L7

EURE %) n=l

e 20 mL 10 mL &t
== (@8 2m8)

soLziLrxoy 98.2 0.3 98.5
ESTILITVIFIL 96.9 0.0 96.9
EUFYIL 99. 6 0.0 99. 6
EYIooIzy 101.9 0.3 102.2
INToF L 94.1 0.3 944
FORLEALT 98.5 0.0 98.5
RUTFAARY Y 101.2 0.0 101.2
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9.2. BRAEDKEE
9.21. UAFNE=HhFL
RS RIS A S A MBIERERE ClE, B
WhHT NIV XV NV ERENEEEERDOT
HENERIZTZ7a Y DL EFERA LTS, F0D7-
O, BRIEIZOWTIE, REEHRML, 72, R
HAHDHBVBTFNI =8 T 5EHO TR
{17z,
DUBFNI=HT AT T TR L
72 0.025 pg/mL OEHERHE 2 mL ZAfM L, n-~
FHP o 10ml THE LD, IREEIEGEE 2T
FEfE =TIV« n-~F Y IR E VORI Z IR

S, RHEEOEEOR R E i L7z,
FERER 6 NOHFESITRT.

Fifg o F L« n-~FH o (1:19) WK TIE, v
FINT 2T, BIIVT7zrBIsn
NVTT Ra v DIEHER 0~2 % &5k ERHE
9, BT T L - n-~F Y2 (1:9) K ClickE
T25H0D25mLiELTH 80 %R E 7=,
—J5, HEE=F L« n-~F P (2:8) WK TIEE
TOREIENEHE 15 mL £TT87I~102 %IEH L
7=, LEOFEERENS, n-~F¥ 2 2mL TARFL,
n-~F % 10 mL CUREHZICHIE =T /L - n-~F
B (2:8) WK 15mL TIRHEITHI> 2 & & LT,

®6 BBIFLESIUn-AFHY (1:19) BREAVEBEDOLUATILIZH 5 Lo DFHKER

EURE %)  n=1

BEZ XYY BT FILE LV n-~FH > (1:19)

2 mL(BFD+H10mL 0-5 mL 5-15 mL 15-25 mL =1
soLziLrxoy 0 0 0.3 1.8 2.1
ES7LI7zVIFNL 0 0 0 0 0
EUFYIL 0 102.9 0 0 102.9
EYsPIzy 0 0 0 0 0
INTOF L 0 95.1 3.6 0 98.7
FaRNLEALD 0 99.1 0 0 99.1
RUTFAAR) Y 0 97.2 0 0 97.2

K] BFBRIFILEEIUn-~AFHY (1:9) BREAVE

SEDTYATIVEZAZ LI LDBEHIKR

ERE (%)  n=1
BEZ ~EHY BEIFILEE U n-~ATHY (1:9)
2 ml(B#ED+10mL  0-5 mL 5-15 mL 15-25 mL A%

2aL7LF7ROY 0 0 57.8 19.1 76.9
ESILITTVIFIL 0 0 23.0 55.8 78.8
EUEYIL 0 102.9 0 0 102.9
EVzCozy 0 0 20. 4 51.5 71.9
TILT OF L 0 102.7 0 0 102.7
JORNLKRANT 0 101.1 0 0 101.1
ROUFAL AR 0 102.7 0 0 102.7

RS BFBRIFILELUn-AFHL 2:8) BREAVEBEDOIVUASTILIZHS LA LDBRHKR

EURE W) n=l
REA NEH Y HEBIFILELUn-~ATYY (2:8)
2m(BFEN+10ml  0-5 ml 5-15 mL 15-25 mL aF

A=V W 4= 49.2 37.6 0 86.8
ES7)LI7zVIFIL 0 45.4 49.3 0 94.7
EUSYL 0 98.2 0.6 0 98.8
EVzYozy 0 40.1 47.4 0.3 81.17
TLVToF L 0 90. 1 0.5 0 90.6
TRRIKAILT 0 102.0 0.4 0 102.4
RUTF14r28)0 0 99.5 0 0 99.5
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9.22 5774 H—RUIZHSALIZKD
EmiEs

CUNTNI =T AL DB RN E
HALiZEZ A, BADZ a7 LT X Olh
N 70 %% FE AR o7

FHRE LT, HOAORBRIEENEGRL TV
ZEnD, BAELERE~Y M) v 7 RITLDY
LC-MS/MS & TA A ALHl 234 U TR
MMETF LIZmREMENR B 2 Dz, F72, BHBRIATKR
HOBEFRIZLDWWEEBE~ORELFRZIND
ZENDG, YIUBFNI =BT ATIIRERBARF
NEEZLNE.

IO, AFEOBREIEEEIND ST T
AP =R I=H T 2E2RNTBRL A BN
DRI E AT, B, 77774 MA—AR U2
=T AL EmEEEFF O v LT LT X
VL, BVFIABIOY) I VT = EERTS
720, Moo ZfnsZee L.

VUBTNI A TARET T T A NI—R
VIZATLADOEENT ARV Y LI

=HTEREBRDIT T T A M=K I =
T LIPS OEIEOEE R E K 9 IR LTz,
#9 XY, BTV« n-~FH 2 (2:8) IR
15mL THAED T A0S EHE, IV =
T LERELCEHER= T L - bz (4:1) &
% 20 mL TIEHT 2 &2 TORENRBIFICER
Liz. W7 a0my NEREEZZEL, W%
FIATH 72, BT L - bz (4:1) Wik
IX25mL CTHHTHZ L L LT

TS5 T A FA—RI=H T AT K DR
AL, ZFEO%, FERE, FhWvwlxrBX
VB A% RO TIRMENGRBR 21T o7& 2 A,
BNAD Y BT VT R a L OEIEED 2 ST
TENZEN101%, 115%L e 0ikFELL. £z,
£ TORECMEEN 2R BRIER NS b
PUEDRERNS, YUVAFNI=DT O TFIT
T527 574 M H—FRI=HhT LEEEEL TR
WAEITHIZ L L LT,

R BRATLBIVVYATILIZASLRERDT S 774 b A—R VI A5 Lh o DBEHKER

EURE (%)  n=1

e . HBIFLEIV . o
BEA ~AEHY eAEA S (2:8) HEEIFILELU MLIY (4:1)

2nml(BEN+10m 0-15 mL 0-15 mL 15-20 mL  20-25 mlL &5t
so)lLz)iLr7Xay - 0 84.0 1.4 0 85.4
ESTILITVIFIL - 86.8 4.0 0 0 90. 8
EUEYIL - 0 95.8 0.2 0 96.0
FUysoozy - 4.6 82.7 0.4 0.1 87.8
TILTSF L - 98.3 0.7 0 0 99.0
FORLKEHILT - 88.3 0.4 0 0 88. 7
RUF4ARYY - 84.1 0 0 0 84. 1
10. ZEMETMEsER £ 10. ERMEOSE & AREFRK
10.1. BiRHE ens ng BEER ()

77 TR OW T &AT 72 L 25, v (ug/mL) NE_ HRE R
THNOREBIZEBWTHLEEOYELRLIE—7 hOINFA Ay 0.0003-0.1  0.9998 0.9998  0.9999
R0 BT, BRI 220 2 & D3RR t* 57071510 0.0003-0.1 0.9999 1.0000 1.0000

3 E Y8 0.0003-0.1 0.9999 1.0000 0.9999
ni-. £ Y3y J1 0.0003-0.1 1.0000 0.9999 0.9999

INTY FA 0.0003-0.1 1.0000 0.9993 0.9999
10.2. RELOEEM 7 0AMEANYT  0.0003-0.1 0.9999 1.0000 0.9999
AU (MY 0.0003-0.1  0.9999 0.9999 0.9996

F B CTIERL L 72 M B AR oA BIFRER () 133k
W0ICRTEBYTHY, TRTOREIZONT,
0.0003~0.1 pg/mL DOFEFACTEMM: (FHEIREL ()
230995 LL b)) D3RR E .
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10.3. MHBABSLUERRBR
ERABREORMER L L OEERRORKRZ
£ N IZRTEBYTHY, WTLh BAEE A
72 L Cu=.

10.4. EESSIURE
HBREOREE ([FIUN=R) B L ORE (JHMTH
EBEIOENEE) ORER 206K 15107
7
BENWLEIDOEYI TN T v FLERE, T+
NRTORECHEEAM- L. 97072
TFANENNL XTI ERI SR> TR
T, XN L kDS CTIERE DN 70 %L E L 7e o
T2 ED, ERVL XRE DR DRBIZ L

p

®1l. RHERABLUEERA

v, BB THRRIZ IV Toofifss THRL L7 mTREME
WEZ b,

10.5. EMERKE (%)

TRTOMR GHRBEZNENIZENTI [E
W70 2 0T, BAeDFEMA 138D A
TS [EHED IR L O i) ok 7-EE
([EN ) 36 L UNEEE (BHMTREEE 3 K OV R EE)
ER16DPHER 19T, ZORRIZONTHIL
MWL LIDOET I NNT 2 F )L E RN F
TOEBTHA FIA O REBEEZHZLTW
7.

BHRR (mg/ke)

EZRFE (mg/ke)

REE INE 1R e INE 1 wE
B1Z{E 0.003 0.003 0.003 0.01 0.01 0.01
so)lLz)L7Aaoy 0. 00045 0. 00020 0. 00027 0.00150 0. 00067 0. 00089
ESIILITTVIFIL 0. 00027 0.00018 0. 00008 0. 00089 0. 00059 0.00027
EYVSYIIL 0. 00070 0. 00081 0. 00075 0.00232 0.00271 0. 00251
EFysoogzy 0.00011 0. 00003 0. 00004 0. 00036 0.00011 0.00014
INTOF L 0. 00035 0.00013 0. 00006 0.00118 0. 00042 0. 00021
Jazx)EHILT 0. 00036 0.00010 0. 00006 0.00120 0.00032 0.00019
RUTFA AR 0. 00094 0. 00025 0. 00028 0.00313 0.00083 0. 00093
12 3HREQOENE, HTRESLVENEE (CEOH)
EEA ERE (%) n=10 BETHEE (RSD %) EARBE RSD %)
ERE BRE ERE BRE  ERE BRE
BZE 70~120 70~120 < 25 <15 < 30 <20
)7L 7Xay INE 95.7 90.5 8.6 6.5 10.6 9.1
iR 96.8 92.7 14.3 4.9 15.3 6.7
A 93.0 92.7 11.4 58 1.4 9.4
ESTILITVIFIL INF 88.5 84.2 6.3 5.4 6.3 1.7
i P 94.5 90.3 3.1 0.5 3.1 0.7
P 95.4 92.7 3.9 3.4 5.2 6.5
EYSYIIL INF 95.7 89.5 5.4 7.2 10. 4 9.2
i 92.7 88.1 8.0 5.8 11.0 9.1
P 93.1 97.5 8.5 3.1 8.5 3.9
EYysoizy INFE 88.7 86.1 1.5 6.1 1.5 6.9
i i 90.3 87.9 1.1 0.9 1.8 4.2
HME 85.7 87.7 8.2 5.9 9.9 1.7
INTOF L INE 91.8 83.9 11.6 3.0 12.8 6.5
iR 91.4 88.7 4.3 1.5 4.3 4.3
HME 92.7 91.5 5.1 3.9 5.1 7.3
A=V 9% ;)W) INF 97.9 92.4 1.7 4.5 1.7 5.6
i P 98.3 94.6 1.6 1.7 2.8 3.9
HME 99.6 101.0 13.9 3.1 13.9 8.2
RUF4 AR INF 102. 1 87.9 4.9 6.8 7.5 9.6
[ P 101.8 95.3 6.6 2.6 6.6 4.9
wE 95.9 92.3 4.6 5.2 6.4 5.2
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®13. SHREOERE, HITRESLIVERNRE (FFERE)

RES E4RE () n=10 HFITHEE (RSD %) ERFEE (RSD %)
ERE EimE BRE BiRE BRE BSRE
BiZfE 70~120 70~120 < 25 <15 <30 <20
VA=Y =D N 92.6 93.4 13.4 6.4 13.4 10.4
iR 99.7 95.6 1.7 3.5 16.3 3.5
Lidal 91.8 92.4 5.9 2.5 6.6 5.7
ESILITzVIFIL N 90.9 91.8 5.1 5.2 8.7 5.3
K 93.9 95.6 6.5 1.7 8.1 2.6
HE 93.3 88.7 3.2 3.0 4.1 3.5
EUSUIL N 94.6 94.5 5.1 6.2 5.1 8.9
ik 99.2 99.6 4.5 2.0 7.1 4.4
HE 94.7 92.0 5.2 2.9 5.9 1.3
EVsPozy N 88.7 88.5 3.8 5.2 6.6 6.8
iR 85.7 85.4 4.2 1.6 5.6 1.7
#E 83.2 81.0 4.5 5.2 1.2 8.0
TINTOF L INE 96.3 97.1 4.1 4.9 4.1 8.7
HiE 95.6 94.8 3.4 1.8 4.5 2.0
HE 87.1 87.4 9.1 5.3 10.7 6.8
JaRLKRALT N 97.3 94.8 3.6 4.8 6.3 1.3
ik 94.0 93.6 3.2 2.3 3.7 2.9
#E 86.2 91.3 8.3 1.4 12.3 9.6
RUTFaA8YY N 96.8 96.7 9.2 6.8 15.2 13.9
K 96.0 93.4 14.9 2.6 14.9 3.2
#E 89.9 88.2 5.9 1.5 11.5 1.5
® 14 IHREOERE, HITHRESLIVENRE (FhrL &)
RES EYRE () n=10 HHTHEEE (RSD %) ERFEE (RSD %)
ERE =i BRE iR BRE BSRE
BiZfE 70~120 70~120 < 25 <15 <30 <20
saLINFXaYy N 95.2 93.7 8.4 4.7 8.4 6.8
Hik 96.7 92.9 1.1 4.7 12.1 4.7
#E 92.1 94.1 13.2 6.6 13.5 1.1
ES7LI7zIFIL INE 0 0 - - - -
K 0 2.1 - - - -
WE 0 0 - - - -
EUSYIL IV 94.3 95.7 2.1 5.9 6.4 5.9
HiE 92.7 96.7 8.0 1.2 8.2 3.3
HE 93.9 90.9 6.6 3.2 9.6 10.3
EVsPozy N 84.0 85.8 4.9 6.4 1.3 6.4
iR 81.9 86.2 1.1 1.2 1.1 1.7
Lidal 87.5 82.3 1.2 3.6 1.2 10.5
TLTOF L N 91.6 92.1 3.4 6.3 5.2 6.3
K 81.7 92.2 9.0 3.6 9.1 4.2
HE 90.9 87.9 12.4 3.0 12.4 10.5
JarLRALT N 90.4 88. 4 4.9 5.1 5.2 6.2
ik 84.9 91.5 6.1 1.7 6.4 3.1
HE 90.0 85.7 1.6 4.9 14.9 10.9
RUTaA8Y Y N 95.3 92.1 13.5 6.7 13.5 9.4
iR 94.6 88.0 1.8 9.3 10.2 9.3
#E 85.6 85.6 8.1 3.2 12.8 10.2

HMRHBFRBOMBERIT 101 ELTHELE.

REREHES -] ERELE
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®15. SHBREQRRE, HITRESSIUVERBEE (AHA)

REA EURE () n=10 BHTHEE (RSD %) EREE RSD %)
ERE B BERE iR BRE BRE
HiglE 70~120 70~120 <25 <15 <30 <20
VA=Y | =D N 98.8 96.3 8.8 4.5 11.0 4.7
P 83.3 91.2 8.9 3.3 8.9 9.4
Lidal 103. 1 88.7 9.7 2.5 12.0 4.3
ESI7LTzVIFIL N 93.3 94.7 3.6 3.4 6.9 3.4
K 89.3 90.5 2.8 4.0 8.7 8.6
HE 97.0 89.7 4.1 2.3 5.5 8.2
EUAYIL N 97.9 91.9 4.6 5.0 1.8 8.6
Rk 94.9 91.3 5.8 3.6 8.1 6.6
HE 99.3 90.9 3.0 4.5 3.7 5.8
EVsPozy N 90.8 89.3 4.1 2.9 10.4 4.4
iR 82.6 84.5 3.8 3.7 1.8 8.4
#E 89.2 83.5 3.1 2.0 1.2 1.0
ITNTOF L IV 96.2 94.2 5.0 1.7 5.4 5.2
HiE 86.3 88.3 5.5 4.2 9.0 1.8
HE 96.9 89.5 1.4 2.3 1.4 8.6
FaxiRALT N 99.7 93.2 6.3 2.3 10.5 4.7
ik 90.0 89.7 4.1 3.3 8.0 7.1
#E 102.5 91.2 8.8 1.5 8.8 3.0
RUTaARYY N 96.7 90.3 5.1 5.2 11.5 10.0
HiE 97.2 89.4 6.1 4.6 6.3 8.8
#E 96.0 90.7 6.9 4.3 1.3 1.4
®16. IHBREOERE, HITHRESSIVERMBE (CF2H)
o E4RE (%) n=30 BHTHE (RSD %) ERMMEE RSD %)
= ERE SRE ERE BRE ERE SiRE
Hig{E 70~120 70~120 < 25 <15 < 30 <20
saLI)L7RaYy 95.2 92.0 1.7 5.8 1.7 8.1
ES7L7zVIFIL 92.8 89.1 4.6 3.6 5.7 6.8
EUFUL 93.9 91.7 1.4 5.5 9.2 8.6
EVsPozy 88.2 87.2 6.4 4.9 1.2 6.2
TINTOF L 92.0 88.0 1.1 3.0 8.0 6.8
PV 9% ) %) 98.6 96.0 9.3 3.3 9.3 7.1
RUT4ARYY 99.9 91.8 5.5 5.0 7.1 1.2
®11. SHREQOERE, HITRESSLUVERMBEE (FER )
s EURZE (h)  n=30 BHTHEE (RSD %) EMFAEE (RSD %)
= 1ERE EiRE ERE EiRE ERE EiRE
HiglE 70~120 70~120 < 25 < 15 < 30 < 20
VA=Y =D 94.7 93.8 10.9 4.4 12.9 6.8
ES7LI7zVIFIIL 92.7 92.0 5.3 3.6 7.1 4.9
EUSYIL 96.2 95.4 4.9 4.1 6.2 1.4
EVzSozy 85.9 84.9 4.2 4.3 6.7 6.9
INTOF L 93.0 93.1 5.8 4.3 8.0 1.1
Fax)KRAILT 92.5 93.2 5.3 5.2 9.1 6.9
RUT4A8YY 94.2 92.8 10.8 6.0 12.1 9.7

®18. IHREOERE, HITHRESFIVERMBE (FhL &)

e ERE (%) n=30 BHTHEE (RSD %) ERIFEE (RSD %)
RXS ERE BREE  ERE  BRE  EEE  BREE
BiZ{E 70~120 70~120 < 25 <15 < 30 < 20
sO)lL7)L7Xay 94.7 93.6 11.0 5.4 11.2 6.2
ESIILIIVIFIL 0 0.7 - - - -
EYSYIL 93.7 94. 4 6.2 4.0 1.7 7.1
EYVIToozY 84.4 84.8 6.5 4.3 7.2 6.7
INTOF LA 88.1 90.7 9.0 4.6 9.9 7.2
JaxEAILT 88.4 88.5 6.3 4.2 9.8 7.4
RUTFAABYY 91.8 88.6 10.3 6.9 11.9 9.4

HMEHBRRRBOMEE 0] & LTHELE
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®19. SHBREQRE, HITRESSUVERBE (AHA)

e EIRE (%) n=30 BHTFEE (RSD %) ERBE (RSD %)
REA EEE BRE ERE  BREE EREE BEE
BiZfE  70~120  70~120 <25 <15 <30 <20
ZALILTFAAY 95.1 92.1 9.2 3.6 13.8 71
ESTLITVIFL 93.2 91.6 3.8 3.3 7.5 6.9
EYS YL 97.4 91.4 4.6 4.4 6.7 6.7
OECFED 87.5 85.8 4.0 3.0 9.1 7.0
ILTSFL 93.1 90.7 6.1 2.9 8.3 7.4
FaRLKALT 97.4 91.4 6.9 2.5 10.4 5.1
RUFAABYY 96. 6 90. 1 6.1 4.7 9.4 8.3
N, F£&8
AT S £ HL S o2 3| A - iy
IR BRIEIEDPER LB a R D728, 7 k2 5= ht

O RIFEFHTIE OB 2R A, 787 o ThiH
%, n~FVATERL, YISV I =BT A
BRI T 774 b I—RI=h7 L5THHR
Z4T\VY, LC-MS/MS THIE T 20 HriEZ Mg L
7o BAZE LT RIRE P HTIEIZ DT, 4 FIEO E
WERWT, A RTA S EHE—HBR=EIC
X D RYMR 2 T o 7=, ZOFER, 7 B
HLESTILT 2T FAERNT, T XTORER
HTHEBMFMOMRE T A —FBENEND
EIEHEICEE L WA Z EaR L. b,
I INLT 22 FUE, 4 EO S B, 1T
LIoAFRERIN ST BAEEZ R S 20
7. BEE LT, VL BAEORSICLY,
IR THRIC LI TREMENR B 2 b7,
LEDFERMNS, BT 7T 2= F i HL
6 BIE (VoL IAT Ay, EUXLYL, B
IV T2y, TATVFA, TaRANEHILVTE
KON T 4 AZ Y ) ITONT, TXTORER
FECRFFOITIEDEANARETH Y, WSS
WOPREHFEBHOND LB X LTz,
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JEAE AR IR SRR SR A RE A - R
SICTERE T D IR, fRRHRINY X XE =
M ORST TH DB ORBRIEIC OV, F
B 17 4 1 A 24 BAHT 22385 0124001 5

JEAE AR R SRR SR A RE R
TSR T D R I D RBRIE O %Y
PRl A KT A O—FRKIEIZHOWT, F
B 22 4E 12 A 24 BT ALHE 122455 1 5.

JELAE S5 (A8 s S ot Ry A S 2 A S SR AT R
Rl . s 4 5 BRI 2R
BRIEOZ AR M A A BT A BT 28k
IS (Q&A) 1THOWT, Rk 23 4F 12 A 8
HA B2 565 1208 25 1 5.





