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Analysis of kokumi glutamyl peptides in fermented freshwater fish (Pla-ra)
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Abstract

Pla-ra is a local intellect native to the Northeast of Thailand. It is produced by marinating
small freshwater fish with salt and rice bran over a period of months. It is popularly used in a
variety of Thai cuisines such as spicy papaya salad and chili paste to enhance taste of food. The
enhanced taste is contributed by the presence of kokumi (Japanese word means “concentrated”)
substances, particularly slutamyl peptides. This research aimed to study 3 factors, namely type
of fish, fermentation recipes and fermentation time, effecting kokumi substances by quantifying
a series of glutamyl peptides using liquid chromatography with tandem mass spectrometry
(LC-MS/MS). The results showed that the climbing gourami and gouramis fermented with salt and
rice bran for 12 months was the optimal condition for fish fermentation due to highest total

quantity of glutamyl peptides detected.

Keywords: Fermentation, Kokumi Substances, Glutamyl peptide



ARRNISHUTZAA

YOUDUNTEAM FNARIINTE A3, USH 9ilnsAiena e1a1sdiusnunlasinisiinganliiniy
atuayy AN3 AR Akued kaskuamdlunsadunuide naenauwilutounnses
ae 9 Tunsilassmswagsisauatull Wusdrsidwnlnenasn vlinuidouaysenua

o

Tdn5agarleme

1 A

YDVBUNTEAN {YIBAIANTITE AT, WINT TULLIAY Uaz 913158 A3 TYaN1 duiTers

9

¥ L3

nsanaaznanlunisasamuidlyenuatuilauysalinngdu aaenaulvduugdl uaz

Y

(%
[

TmAssinndupuznssunsiuNIsaaUNUIToASIN

YBUBUNTEAN WIHBATMS Hanssas dndduuaziinm) 31nU3En Lumlng 9in (Wnmvw) 9
lggweanuagaInlunsiujuins aievenadszaunsal anus swdanatasng q Tunis
Thnsostisluanvunaluladnises saseauunlateunnsoswng 9 Tunisvisiesuadull

a o o w Pt =2 a o vy
La¥YRVBUANNIUTEN uvnlng 31An (W) Alilenialunisiinmulassnisaniadne lad
lonmaviuvany o egililiaeyh enfmiegiadu laSeuinannsiasnsusenauyanied

UN73 safe LazNIsWssNNAULaLIEF MU UNAgoUNIUSEAMELERE (sensory test)

anvhetveveunszan  “TassnnansBeunisaouiieiaiuUsraunmsninarlasinis
aniafine” AMEINEIAENT JRNaINITANNTING TGy ﬁiﬁnuaﬁuaqﬂumiﬁwLﬁumu%’aﬂ%ﬁﬁ
YovoUNITAN MAdvIAl  Auzivermans quiasnsaluvninends  Alddeneannuil
anunsnihlutszgndlflunsiideadsiuasdosennmahenluewesld  uazswdshddla

[y

31N Wo wi ATEUATI way Liew o lumAlveivnau Alagiewmaeaunuidedl

1wgaiule

AR

FUMINT FITIUIAN



GUET]
UTIARE DA I VT oo eeeeee e s eeeeeeeee e seses e seeeeseseeseseee e seseesee eeeeseeees A
UNARAGDAMIVIINN, oo sssssse st s N
NI TTHUTEN Nt s e ee e e 3
BTTU R e e oo 2
BTTUTYTUooeneeeeeeeeeeeeeceesessssassses s %
SRR U311 020 OO OO Ql
UV 1 UTIEY coooeeeeeeeeeeeeee e ssesssssosss o et sseesessssssssesseseseee s ssssssssssssseseseeeseeseeses 1
1.1 ANUAAQYUATHAMNTILD oot ssssss s 1
1.2 FAQUTHBIR oo s 3
13 U ST 0009 oo e 3
1.0 UTE YT IIDZITTU oo 5
UVIT 2 D1TTIRABerrrrerereeeee e somsesssssssssssseeeeeeeeee s seseesesssssssesesseseese s ssssssssssssssssseeesesessees 6
2.1 UB T IR TBUN oo eeee e ee s e e s e s e es e s eeereeeeen 6
2.2 LABOITIBUAYGUNTAL oo ettt 7
2.3 BNTUAI et e e e oo e e e e e e e s e e eere 7
200 AN TTVIRRB e e e s e ee e e s e s e s e r e eeereeeeen 8
2.5 CONGIION KABBY LEMS/MS oo eeeseees e ees s s 10
UNTI 3 WANITNADDIRAZDAUT VAN TTINDDG e eeeeeeeeeeeeseesssesssseesssssssssssesssssssssesseseeesesessees 11
unii 4 ATURBNITINRDY cevvvvevveveeeesssssmmsseeeesesesssssssssssssssssssssseseeesessssssssssssssssssssmmsaseasesssssessssssssssssssnns 26
A1 ATUNBNTTNNDDY oo 26

.2 UBVAUBUL oo e e e e e e e e e e e s e e oo e e e e e e 26



..........................................................................................................................................



A13505yn1379
vy
A51a7l 1.1 UsnauansngunganfiaundlusnensUanannuvainm ..o 2
A5197 1.2 U3100815 Y-GLu-Val-Gly TU U MURAZERD ..o 3
a9t 1.3 Uuauens Y-Glu-Val-Gly LA AN DAL VOMAREITO ... 4
AT97 1.4 UT100815 Y-GLU-Val-Gly Y0INETUADLIND. ..ot 5
A1 2.1 Gradient table OF LC-MS/MS....cvvrvooooeseeoe 10
15197 3.1 UanauanslagiTlunsasifouesua e YOSERATNRD ..o 12
a51adl 3.2 Usinauanslagiiluusiazifeuvesamse 105gasndouazd M. .. 13
a51adt 3.3 Usinauanslagiiluusiazifeusesawse 195gasndouazsIdnd. .. 14
a51971 3.4 Usinauanslagiluusazifeuvesamue vesgesinde 4196 uazs 191, .. 15
151971 3.5 UsanauanslagilluusiazifeuresUannsesl Yo9gATINGD. ..o 16
A51971 3.6 Usinauanslagiiusiayifouvosainssh ¥8sgnsin@ouazdiaf. ..o 17
a519fl 3.7 Ussnauanstagifluusasitousesuainsshl vesgnsindonaysidn. e 18
a519dl 3.8 Uhinuanslagilundazifeuvesanszd vesgnainde 412 wagdtn......... 19
A51971 3.9 Ussnasanslagilunsaziiousesuaisan YoagnsinEo. .o 20
a51efl 3.10 Ussnauanstagiiluusazifiounesuansiy veagmstndonazdiaf. ... 21
as1afl 3.1 Uianauanstagilluusazifiouesuansoy veagnsindonassiinig. ..o 22
ms1efl 3.12 Uinaianstagilludazifiounesuansiy vesgmsinde 9130 wagi1dn. ... 23

M15199 3.13 ANUUANA9YRITTEAT 9 NTHAUTHIUAITIART ..o 24



Y-Glu-Gly
Y-Glu-Ala
Y-Glu-Val
Y-Glu-Ille
Y-Glu-Gln
Y-Glu-Glu
V-Glu-Met
Y-Glu-His
Y-Glu-Phe
Y-Glu-Val-Gly
Y-Glu-Tyr
Y-Glu-Trp
O-Glu-Gly
O-Glu-Ala
L-Glu-Val
Ol-Glu-Thr
AL-Glu-Asp

A-Glu-Glu

o/

AasUEdyanyal

Y-Glutamyl-Glycine
Y-Glutamyl-Alanine
Y-Glutamyl-Valine
Y-Glutamyl-Isoleucine
Y-Glutamyl-Glutamine
Y-Glutamyl-Glutamic Acid
Y-Glutamyl-Methionine
Y-Glutamy!-Histidine
Y-Glutamyl-Phenylalanine
Y-Glutamyl-Valyl-Glycine
Y-Glutamyl-Tyrosine
Y-Glutamyl-Tryptophan
OL-Glutamyl-Glycine
OL-Glutamyl-Alanine
Ol-Glutamyl-Valine
Ol-Glutamyl-Threonine
Ol-Glutamyl-Aspartic Acid

OL-Glutamy!l-Glutamic Acid



uni 1

unin

1.1 anudAguasyamngila
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Ua131 (fermented freshwater fish) Wuswnsudniniinsuslnanuuwnsuanglulsymelne
Tngivanidndniy YarmuenseUainseauyinnisminmeindonazs1d1 deasdssezinainisudn 7
fia 8 WWou Yangnldiluimgavlumsussemnsiieiusawd wu dus, Uinsn [1,2] wazvau
& v a Y] a a v A 12 & 4 o
Wudu nmsitvandraunsaiiusaufvesemnsiailunauiainnsnesiiluwaziuulnaaedugai

Y ad & o a a a 3 a
nihAduiiiusavifguidl i 1y wazlaedl [3]
a13laadl (kokumi substances) Juansiasusand deaylvdaasy 5 savfndn lnewne sa
& a Y A Y Py a | < a PN
VU SaAY wazsagundl uidaslapiidutuansilidsayii [4,5] egrlsinuansiaadianinsaiiy
savilaanunsaelunglans 3 wla loun anumeiliewessay1d (continuity) [6] AUNANNGaDY
(thickness)  warmuianduneluuin - (mouthfulness) anslaafiiluasnqulavselasiulng
Meg1avesansiaaiininisAnyiegaunsuaty fie @15nau y-glutamyl peptides 1@u y-Glu-Gly,
& v = ! I3 aada
Y-Glu-Ala  wag  y-Glu-Val-Gly 1duau M sANwINUINENs  y-Glu-Val-Gly Lﬂumﬂﬂ@wm
Uszaninmlumsifiusanfemsuinianiiiaisunuansianiduy annmegeunslssamaudsa
(sensory test) y-Glu-Val-Gly asnsgfudssamduralmieldaisluusunaumntes Aa 66 umol/kg Wle
a Y] Aav A Ay a = = v I = & a
Weuiuanslagisdunldasusuamnnia 1,000 pmolkel7] Auly fstiy y-Glu-val-Gly Fadui
aulalunisnsnragey  aslapdissnuinnluemnsuazinseslseiilaninnssuiunisuuvsendnlusiy
wWu Wdvan [8] weaiuudes [9] way nzd [10] Wudu lnenszuiunsaananazeeslusiulmduy

(%
(%

wWdlnandlaneduas

PnNUITEneunileAllng Aawssa wezame [3] laAnw1UTuIal Y-glutamyl peptides
PMnUaITINERINUNaR1ee Tunesziueenideaunidevesuszmalny Falivavannunatevianlalu
NSyl 1wy Yamuenazlainsed Tdsseznainisudn 3 89 12 Weou 911U 10 #9811 210 113

X a a ¢ ' ' Aa ad a a . . . |
ATINVDIAUNTE WU NANLUANLIENHARNIALAARN (lactic acid bacteria) \WU Tetragenococcus

9

[
= v v [y

sp. way Lentibacillus sp. TFwuATiFeivasriadazduiusiuuTuiaues y-Glu-Val-Gly @93
Usgdniam  lumsiiwsani@vesemsasan 9ntudisiegidariuninnmsnnaindiunm
glutamyl peptides wuinUa131aeene B wae E dUSuas y-Glu-Val-Gly wnnyigafie 2.47 + 0.07

umol/kg tay 2.06 + 1.24 umol/kg AUAIAU AIN19 1.1



M19197 1.1 YSunaansngunganfiasulnaluiiegavaniinnuvassingg

Glutamyl Amount of glutamyl peptides in the samples (umol/kg)
peptides

A B C D E F G H J

Y-Glu-Gly 0.00£0.00 | 0.60£0.04 | 8.08+£10.68 | 0.04+0.01 | 0.32+£0.04 | 0.37+0.01 | 0.10+0.01 | 0.06+0.05 | 0.06+0.00 | 3.88+1.55

Y-Glu-Ala 0.00+0.00 | 0.36+0.10 0.00+0.00 0.20+£0.01 | 0.78+0.11 | 0.42+0.05 | 0.09+0.00 | 0.00+0.00 | 0.07+0.01 | 0.00+0.00

Y-Glu-Val 0.00+0.00 | 0.06+0.01 2.16+3.03 0.03£0.00 | 0.05+0.01 | 0.12+0.02 | 0.01+0.00 | 0.01+0.00 | 0.04+0.00 | 0.05+0.02

Y-Glu-lle 0.00+0.00 | 0.05+0.00 0.01+0.01 0.04£0.01 | 0.04+0.00 | 0.09+0.06 | 0.00+0.00 | 0.01+0.00 | 0.02+0.00 | 0.00+0.00

Y-Glu-Gln 0.00+0.00 | 1.63+1.54 0.01+0.00 0.89+£0.40 | 0.55+0.31 | 0.34+0.02 | 0.31+0.12 | 0.10+0.00 | 0.03+0.00 | 0.40+0.05

Y-Glu-Glu 0.00+0.00 | 0.14+0.23 0.01+0.01 0.43+£0.21 | 2.48+1.16 | 1.42+0.28 | 154+0.43 | 0.36+0.19 | 0.95+0.44 | 0.23+0.01

Y-Glu-Met 0.00+0.00 | 0.00+0.00 0.17+0.09 0.01+£0.00 | 0.08+0.03 | 0.00+0.00 | 0.00+0.00 | 0.00+0.00 | 0.00+£0.00 | 0.28+0.11

Y-Glu-His 0.00+0.00 | 0.21£0.02 0.00+0.00 0.01+£0.00 | 0.28+0.03 | 0.11+0.04 | 0.00+0.00 | 0.00+0.00 | 0.00+0.00 | 0.08+0.07

Y-Glu-Phe 0.00+0.00 | 0.00+0.00 0.07+0.01 0.02£0.00 | 0.00£0.00 | 0.00+0.00 | 1.20+0.49 | 0.00+0.00 | 0.00+0.00 | 0.00+0.00

Y-Glu-Val-Gly | 0.00£0.00 | 2.47+0.07 0.03+0.01 0.01+£0.00 | 2.06+1.24 | 0.06+0.02 | 0.13+0.09 | 0.00+0.00 | 0.00+0.00 | 0.01+0.00

Y-Glu-Tyr 0.00+0.00 | 0.02+0.00 0.03+0.01 0.01£0.00 | 0.03+0.00 | 0.03+0.01 | 0.00+0.00 | 0.00+0.00 | 0.00+0.00 | 1.08+0.43

Y-Glu-Trp 0.00+0.00 | 0.00+0.00 0.00+0.00 0.00£0.00 | 0.00+0.00 | 0.00+0.00 | 0.00+0.00 | 0.00+0.00 | 0.00+0.00 | 0.00+0.00

Ol-Glu-Gly 0.01+0.01 | 0.00+0.00 9.32+1.30 0.06+£0.01 | 3.61+0.81 | 0.54+0.03 | 0.19+0.01 | 0.00+0.00 | 2.29+0.94 | 0.44+0.11

Ol-Glu-Ala 0.00+0.00 | 0.31+0.14 0.24+0.16 1.60+£0.69 | 0.53+0.06 | 1.13+0.07 | 0.09+0.02 | 0.05+0.01 | 0.18+0.06 | 0.26+0.02

Ol-Glu-Val 0.00+0.00 | 0.02+0.00 0.02+0.00 0.26+£0.02 | 0.16+0.08 | 0.32+0.02 | 0.04+0.00 | 0.02+0.00 | 1.13+0.56 | 0.01+0.00

Ol-Glu-Thr 0.00+0.00 | 0.75+0.01 0.02+0.02 1.83+0.03 | 0.09+0.46 | 0.01+0.84 | 0.46+0.00 | 0.04+0.05 | 0.00+0.55 | 0.13+0.19

Ol-Glu-Asp 0.00+0.00 | 0.01+0.00 0.02+0.01 0.03+0.00 | 0.46+0.15 | 0.84+0.09 | 0.00+0.00 | 0.05+0.01 | 0.55+0.13 | 0.00+0.00

Ol-Glu-Glu 0.00+0.00 | 3.95+1.49 1.47+0.40 0.41+£0.21 | 0.55+£0.34 | 0.07+0.00 | 0.34+0.16 | 0.02+0.01 | 0.00+0.00 | 0.03+0.00
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1.2 InQUszasA

e Uadenmunganlunmdnuaii laun siinvesda ansnisulin wagsseziiainismdin

ielilausunaanslaaiiuiniian

1.3 UMDYV
MNNTEVALTIBNUNMIITIIIaYTInaasngungafiadlng  wudnlinuidenineidesiv
NMsMenURaveanslagiduIuin lnenuinisiiuuvesansiagil asnulueimsidinisvidn wu
Motonaka Kuroda Wag Atz (2013) vin1sasiainusunaens y-Glu-Val-Gly Tuihuaiiun
| 1 a o d’j Y & 1 a a go’ a
LAY NaNITITBTFIATUINUTIIA Y-Glu-Val-Gly Hunluinvaisaus (Nuoc Mum) wag
Wanlng (Nampra) Tumanguiuseauvestdlnddapasludiuaranidautud Ju wnmd giuuas
a = 1 a dy ] v Ol iy I 'y} 4
dnndmnuLane1avesUsunu y-Glu-Val-Gly tihagasveuliiiuauunndiswesiuguaiiasgnsnis

pinuUa Rl sl umazUsEne

A5199 1.2 USunaans y-Glu-Val-Gly Tuthuatusiagdvie™

samples country of origin  contents of 7-Glu-Val-Gly (mg/dL)
Nampra A Thailand 027
Nampra B Thailand 0.12
Nampra C Thailand 0.31
Nampra D Thailand 0.20
Nampra E Thailand 023
Nuoc Mum A Vietnam 1.20
Nuoc Mum B Vietnam 1.26
Nuoc Mum C Vietnam 1.23
Nuoc Mum D Vietnam 1.06
Nuoc Mum E Vietnam 1.04
Patis Philippines <LOQ*
Yu-lu A China <LOQ
Yu-lu B China 0.11
Myoruchi extract Korea <LOQ
Kanari extract Korea <LOQ
Shottsuru A Japan 0.28
Shottsuru B Japan <LOQ
Yoshiru Japan <LOQ
Ikanago-shoyu Japan 0.05
Garum Italy 0.04

“LOQ: limit of quantification.



Motonaka Kuroda uaganiz (2013) @nwnAeafiuySunamwesans Y-Glu-Val-Gly Tugeai

Wi DvBIusazde NGl U UY wALIINHANITNAABIAINITONTIAINUETT Y-Glu-Val-Gly laluyean

al

mﬁamﬂﬁﬁa 1Ty koikuchi-shoyu fiUSanauwes y-Glu-Val-Gly Faus 031 - 0.61 me/dl Tuwa
usukuchi-shoyu Slendaust 0.34 - 0.37 me/dl wazlu shiro-shoyu ien 0.15 mg/dl nadndivaniived

1 7-Glu-Val-Gly anunsanuslalulugeaiundesvesusunagu

A1919% 1.3 YSuadans y-Glu-Val-Gly Tugeadivassinazuasinaztivie

Samples Manufacturer Grade Contents of y-Glu-Val-
Gly (mg/dl)
Dark-coloured soy P Super 0.52
sauce A
Dark-coloured soy Q Super 0.53
sauce B
Dark-coloured soy Q Ordinary 0.43
sauce C
Dark-coloured soy R Ordinary 0.31
sauce D
Dark-coloured soy Q Ultrasuper 0.61
sauce E
Dark-coloured soy S Super 0.36
sauce F
Light-coloured soy T Ordinary 0.37
sauce A
Light-coloured soy P Ordinary 0.34
sauce B

White soy sauce T Ordinary 0.15




Naohiro Miyamura wagAfdg (2014) yinn13993239UTunaans y-Glu-Val-Gly Tunzdfindnann

a

wnaernge loelu neUdulaili@e (Terasi) asnuans y-Glu-Val-Gly 5.2 pg / ¢ nsUaUTUE (Bagoong)

1.0 pg / ¢ way nglU3u (Xiajiang) 0.9 pg / g IMNMINARBINUATS Y-Glu-Val-Gly unfiantunzy
dulatide (Teras)) ANUWANATRIUTINALUUInATluaginanAuLANAYeaeiugAe AuUSY
WazgnIN1SVLN
A1519% 1.4 USunaans y-Glu-Val-Gly vesngUusazdvie!
o Contents of y-Glu-Val-Gly*
Samples Country of Origin
(ng/e)

Terasi Indonesia 52 £ 033

Bagoong Philippines 1.0 £ 0.06

Xiajiang China 0.9 = 0.05

*: Mean + standard deviation (n=3)

NN s y-GluValGly uasiigninindssandldunnlusnumalulagnig

= & ‘s' | a a Y o W Y P A A
RRNNP) Lummmﬂumwmmim}wLW&Jiﬂ‘U’]G]“U’eN@’]Wlﬂm f\]ﬂl@ﬂﬂ@ﬁﬂﬁ]"\]ﬂﬁ’]ﬂﬂ NUNANBUIUIUENS

'
=

V-Glu-Val-Gly

'
= =

WadgndninuunnNgnaziinaINNTEuIUMIvdn FUAnINLUATEENINITNEANTA

Y VA v a a

wandn inlvgidedanuaulalunisesniuugnsmmiindariiielnlausunuasiaaiiasan

Y U |

1.4 Yszlgwunaindnaslasu

a

lanswisansnmvdnuansnbivsunaansinaiiganian

Y



Uni 2

N3NNI

2.1 Yan$1aaeeng

Vansildlunisnaaedundsl Wulardiildannmsesnuuunsusin dsaziinsusinleln
warinisTnludematenanainiionuaunmnm Tnefitadefuandatuded

1. szpznainsuinim 9 szee leun nsusinszesnan 13578 9 10 11 uay 12 tieu Tag
Tulrssnstlazidutiufoud 1 Ae unsieu 2562 Adlulassnsaviafnuniagyinismsateanslungs
glutamy!l peptide (KOKUMI) Tusaeg1siansd

2. wiipvasUauvsoanidu 3 iia Ao Yaimue (MO) Yainssd (KD) LagavaenaTnIEA
(MIX) Tudnsn 1:1 snuansu lngUausazulinazingsuiunsinauazein A N15a19 YanLnan
AINLE LazAnm

3. gasnsvainuusesnidu 4 gns lowa

3.1 wiindhewnde (CT) szsinsissuasazaneinde Tngldindentin 150 ndu Tuth

U3ums 720 1adans (@159¥a1eunaaLdutu 20% tagula/Usuns) wasldumnnuan Useua 600

n3u wie Yarunde ludnsidiu 4:1 teethmin Weldidudiniugu (control)

'
[y

3.2 yinMenNAanazd1In? (RR) 38¥nNIsiAsguAanefunNISUanmeLnNis wiazLil

FrafminUszana 120 N3 (@nsazanefiiiinada 16% lnesna/3uns) e Uarindednd Tu
Snandau 4:1:1 Tngdvein

3.3 MANAELNABLAYSIU1 (BN) 28¥NN1StAS8uARNAUNISHINAILINED LALLAY
$1uTnUTEINN 120 NS (@sazanefidisndn 16% Tnsua/Usunns) wie Yaindesidn  lu
Snsrdu 4:1:1 Tnevhwdn

3.4 WINAILLNED 91907 LaE31917 (MIX) 98¥nN1SHSaNAANgAUNITULINAILLNED

Y & o =5

LAILLAUVIIAININ 60 NTU WALLANIITIUNN 60 NSU (ENTara18NiVv1IA? 8% tneula/UsuIns

v

Lazis19717 8% laeuna/Usunng) 13e Uaiinae:1110:51917 Tudnsnaiu 4:1:0.5:0.5 taeuiunin

[

FensndindarilasuanueyaseimuanIui n3esile gunsal LavfaanuaINuIem

[y

agunidsilad S1in duadaadion dunelns1su Jaminsays



2.2 \p3asliauazaunsal

1. Ultraperformance LC-MS/ MS system (QTRAP 5500, SCIEX, Framingham, MA, U.S.A.)

2. Analytical Column Al Agilent InfinityLab Poroshell 120 150 x 2.1 mm inner diameter,

1.9 um
3. Magnetic stirrer (IKA C-MAG HS7, IKA, Oxford, U.K.)
4. Rotary evaporator (Hei-VAP Core, Schwabach, Germany)
5. Centrifuge (Sorvall WX+ Ultra series, Thermo Scientific, Waltham, MA, U.S.A)),
6. Freeze dryer (FreeZone 4.5L, Labconco, Kansas City, MO, U.S.A.)
7. Uninas (beaker)
8. ngUvLy (erlenmeyer flask)
9. NS2UPNA (cylinder)
10. TulasUuUnd (micropipette)
11. aUgan (spatula)

12. wSeadslaiin 4 s (analytical balance 4 digit)

2.3 @15LA%

1. azdlalulnsa (Acetonitrile)
2. n5aNasan (Formic acid)

3. wnuea (Methanol, MeOH)



2.4 35n1519a849

v
agv a a

1. finwn AuAudeyaansaung WITeNNeITes wanseuUa1siieg s

2. andhethanvinmsuenaiuveaiiovan waziandeonainiy

3. tharuveaiouan wdulvazden

4. thauveaieuaittiusnauiuivarilusnsiau 70:30 Tnethudn audeu

5. Wwewmauiildunatademmiuea 100-200 mL sievesnas 50 o
6. 1AUAIY Magnetic stirrer 1Juiaan 45 min
7. danEunsEUIUATS Ultra-centrifuge 8,000 rpm tdutian 15 min
7.1 WhanidungnauthlUadasewniuea
7.2 Yrdveanainiill Rotary Evap 200 mBar iileszieivinueasen
8. thauveumalaniuneu 7.2 1UsuUsinesidu 40 ml gret Mili-Q
9. Uransavangly Freeze dry
10. mawSsuasiiiethluBnsiziaeiosdio LCMS/MS
10.1 azang@ing19Uansn 0.35 ¢ Iuﬁw Milli-Q 3.5 mL
10.2 thenauiildunyiinisnsesig Syringe Wisusnusdiuasazaisaeni

10.3 nsguansazareuInsgrungadiadlnans 18 vila lunaeadediu deans

wnsgrungandadlng uwazfaziinnududu 5.5555 ng/ml
10.4 Vndansiednslude 10.1 11 500 ul lévanlauea 2 v9n en 3 ade
10.4.1 10 1 ‘TJLUmﬁmsmmgm Glutamyl peptide 500 pL
10.4.2 9909 2 gt Milli-Q 500 L
11 thluhnsesidendesiie LC-MS/MS

12. ddeyadle Wannudeyanisada Inedigauiueial

12.1 91nde 10.4 arsnganfiawuIndusazisiinnududu 2.7778 ng/mL @

081992 AAMTLTU 50 me/ml



12.2 nMsvagaumsLases LC-MS unuuiduasuiasgrudsouiisuiuimeded

[

Tailonpu fadl

Huldnsidegendinasunsgu (A) - wuildnsmiegnililadnasuinsgiu (8) =

¥

wunldnsvesansunsgu (O

12.3 9904 12.2 9¢ldan fudildnsinvesansunnsgruusazduduinlsuddeild

Wisuilsuiununldnsmussiieganlalimfuasunsgiu

12.4 99099 12.3 Wansiuiaisuaasiiiusunawinladfwiundulunaindudu

915119 Tudeg1e Tnearuralunidieves uM / Kg sample
12.5 fn9819N13ANUIN

G-Glu-Met :
ANUA (A) = 4.2014 x 10° Ni91ulsandegandiniswivansazarsuInggiu (std)

[

19Ul (B) = 3.2514 x 10° Ngulaansregranliiinisiuaisazaleuinsgiu

S uT (©) = A~ B = 9.5 x 10* Faflouiduans G-Glu-Met fidandudy
27778 ng/ml Wisuiiiauin G-Glu-Met Anududu 2.7778 ng/ml Sifiufl 9.5 x 10°

[

difuTivindu (B) 3.2514 x 10° azAmduanuidiudy = 3.2514x10° x 2.7778 /
9.5x10% = 9.50 ng/ml

M0819 50 mg Tan5eg 9.5 ng 11@1T 1 nFU Azilansey = 9.5 x 1000 / 50 =
0.190 pg @15 G-Glu-Met & MW = 302.34

Sty Failansey = 0.190 / 302.34 = 0.0006284 uMole @15 0.0006284 pMole
1191NAIDEN 1 g

01629819 1000 g Azla13 = 0.6284 pmol / Kg sample

13. Ainsevoya asuna Lasliousiey



2.5 Condition 1A384 LC-MS/MS

2.5.1 M9401383 Mobile Phase (MP)
MP A: 0.1% Formic acid in Acetonitrile
MP B: 0.1% Formic acid in Milli-Q water
2.5.2 Condition 1383 LC-MS/MS
Injection Volume: 5.000 pl
Flow rate: 0.2 mL/min

Gradient Table

61’1’5'1\‘117; 2.1 Gradient table of LC-MS/MS

Total Time Flow Rate A (%) B (%)
(min) (ul/min)

0 0.00 200 0.0 100.0
1 6.00 200 0.0 100.0
2 10.00 200 10.0 90.0
3 14.00 200 100.0 0.0
a4 19.00 200 100.0 0.0
5 21.00 200 0.0 100.0
6 30.00 200 0.0 100.0
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una 3

HANTNARBIUATAAUTIEHANITNAGDY
AULANA9YRdadEsng 9 NllnadeuTunuaslandl

NMINTIVIVTIUEsIagindunganiaiulndludariindnaeJadeiuansiaiu laun

[y

gilaveauan gnan1suiin uasssegafiuandei wulnisuinUamuedegaseng q 10u

[

syeIan 1, 8 way 12 wouazlanan1snnasdsadl

1. szegnamswiin 1 ey grsilvuinuamslagiiniiande gasindeuazdnd d4ls
USinaanslagilviniu 12.527 + 4.267 umol/kg.sample

2. szpznananiin 8 Weu gasiiliusiaanslagiunniignde gnsinde dsliuSunaansiagd
WU 14.908 + 5.794 umol/kg.sample

3. syezhainaniin 12 Weu gsnlviuTinuaslaafiunniiande grsindeuarsiinn iU

a1slapiiviniu 105.808 + 51.377 pmol/kg.sample



M19199 3.1 YSunauansiaaiiluisasiioureslamue vedansinde

12

as USunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.023 + 0.02 0.319 + 0.093 0.000 + 0.000
A-Glu-Asp 0.293 + 0.239 0.232 £ 0.177 0.000 + 0.000
A-Glu-Glu 0.047 + 0.012 1.097 = 0.955 0.630 = 0.065
A-Glu-Gly 0.185 + 0.259 0.600 = 0.202 0.455 + 0.036
A-Glu-Thr 0.010 + 0.010 0.311 £ 0.136 4.014 + 0.887
A-Glu-Val 0.046 + 0.005 0.419 + 0.059 7.768 + 2.413
G-Glu-Ala 0.974 + 0.559 0.540 = 0.356 0.000 + 0.000
G-Glu-Gln 0.068 + 0.043 1.813 + 1.011 0.594 + 0.373
G-Glu-Glu 0.032 + 0.023 0.229 + 0.056 3.947 + 2.037
G-Glu-Gly 0.496 + 0.788 0.364 + 0.016 3.669 + 2.000
G-Glu-His 0.784 +0.440 0.533 + 0.137 0.415 + 0.203
G-Glu-Ille 0.020 +£0.022 1.510 = 0.286 16.368 + 2.873
G-Glu-Met 2.034 +1.184 0.216 + 0.063 2.103 +£ 0.933
G-Glu-Phe 1.172 = 1.098 0.677 + 0.066 2.254 + 1.501
G-Glu-Trp 0.043 + 0.003 0.000 = 0.000 0.548 + 0.287
G-Glu-Tyr 1.622 +1.402 0.574 + 0.088 0.603 + 0.298
G-Glu-Val-Gly 0.215 + 0.223 0.500 = 0.317 0.748 + 0.687
G-Glu-Val 1.292 + 1.096 4977 + 1.776 1.425 + 1.056




M13199 3.2 Usinauansianilluusiasifouvesuaivie vesgasindeuazd1im
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as USunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.026 + 0.001 0.241 + 0.186 0.000 + 0.000
A-Glu-Asp 0.041 + 0.001 1.376 £ 0.913 1.706 + 0.600
A-Glu-Glu 0.049 + 0.003 1.171 = 0.020 2.724 + 0.206
A-Glu-Gly 3.191 £ 0.773 2.728 + 3.339 0.028 + 0.008
A-Glu-Thr 0.497 + 0.046 1.579 + 1.239 0.509 + 0.130
A-Glu-Val 0.879 + 0.088 0.302 + 0.262 26.579 + 6.463
G-Glu-Ala 1.169 + 0.928 0.697 + 0.489 0.000 + 0.000
G-Glu-Gln 0.000 + 0.000 0.262 + 0.227 0.830 + 0.611
G-Glu-Glu 2.158 + 1.087 0.389 + 0.144 6.636 + 1.691
G-Glu-Gly 0.170 = 0.115 0.483 + 0.340 3.884 + 2.948
G-Glu-His 0.000 = 0.000 1.211 = 0.557 1.729 + 0.305
G-Glu-Ille 0.156 £0.197 0.254 + 0.220 3.844 + 1.690
G-Glu-Met 0.044 +0.002 0.000 + 0.000 2.248 + 0.492
G-Glu-Phe 1.230 + 0.363 0.050 = 0.040 6.111 £ 2.723
G-Glu-Trp 0.049 + 0.006 0.000 = 0.000 0.734 + 0.606
G-Glu-Tyr 2.642 + 0.613 0.067 = 0.038 4.296 + 4.351
G-Glu-Val-Gly 0.170 + 0.043 0.346 + 0.054 0.915 + 0.219
G-Glu-Val 0.055 + 0.002 0.000 = 0.000 15.342 + 3.899




M19197 3.3 YSunauansiaaiiluisasifouraslamue vedansindenassitn
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as YSunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.028 + 0.001 0.349 + 0.329 1.867 = 0.615
A-Glu-Asp 0.035 + 0.006 0.668 + 0.439 5517 + 1.753
A-Glu-Glu 0.181 + 0.237 0.000 + 0.000 20.775 = 5.001
A-Glu-Gly 0.023 + 0.019 0.750 + 0.108 0.564 + 0.172
A-Glu-Thr 0.064 + 0.035 0.486 + 0.101 0.450 + 0.278
A-Glu-Val 0.048 + 0.002 0.369 = 0.302 7.949 + 2.711
G-Glu-Ala 0.042 + 0.006 0.448 + 0.375 0.385 + 0.000
G-Glu-Gln 0.041 + 0.009 0.000 + 0.000 1.074 + 0.542
G-Glu-Glu 0.036 + 0.015 0.451 + 0.091 3.879 + 1.485
G-Glu-Gly 0.035 + 0.012 0.231 = 0.121 4.096 + 1.621
G-Glu-His 0.066 = 0.004 0.000 = 0.000 6.257 + 4.059
G-Glu-Ille 0.541 +£0.332 0.000 = 0.000 19.249 + 12.461
G-Glu-Met 0.040 +0.003 0.000 + 0.000 0.000 + 0.000
G-Glu-Phe 0.040 + 0.000 0.343 + 0.238 6.681 + 1.761
G-Glu-Trp 0.044 + 0.014 0.282 = 0.181 1.181 = 0.245
G-Glu-Tyr 0.033 + 0.009 0.000 = 0.000 2.143 + 0.811
G-Glu-Val-Gly 0.392 + 0.607 0.340 + 0.160 0.573 + 0.239
G-Glu-Val 0.053 + 0.005 0.000 + 0.000 23.169 + 17.623




M13199 3.4 Usinaansianiluusiasiiouvesuaivie vesgasinde 1190 wagsiina
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as USunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.018 = 0.010 0.259 + 0.041 0.439 + 0.320
A-Glu-Asp 0.031 £ 0.012 0.019 £ 0.010 0.982 + 0.316
A-Glu-Glu 0.092 + 0.098 0.044 + 0.003 2.358 + 1.162
A-Glu-Gly 0.033 + 0.023 0.375 + 0.010 2.934 + 0.392
A-Glu-Thr 0.022 + 0.021 0.454 + 0.185 3.079 + 2.554
A-Glu-Val 0.027 + 0.033 0.519 + 0.233 2.626 + 0.903
G-Glu-Ala 0.027 £ 0.015 1.623 + 1.154 0.741 + 0.950
G-Glu-Gln 0.036 + 0.023 0.659 + 0.414 0.851 + 0.588
G-Glu-Glu 0.044 + 0.032 0.619 + 0.403 3.020 + 2.442
G-Glu-Gly 0.023 + 0.019 0.307 = 0.113 1.235 + 0.734
G-Glu-His 0.047 +£0.001 0.000 = 0.000 1.021 + 0.569
G-Glu-Ille 0.131 £0.219 0.000 = 0.000 0.143 + 0.036
G-Glu-Met 0.042 +0.019 0.467 +0.173 0.530 + 0.205
G-Glu-Phe 0.356 + 0.011 4374 + 2.323 28.894 + 12.800
G-Glu-Trp 0.041 £ 0.031 0.465 = 0.230 2.875 + 0.877
G-Glu-Tyr 0.057 £ 0.040 0.688 = 0.255 4.470 + 2.262
G-Glu-Val-Gly 0.037 + 0.021 0.223 + 0.092 4.245 + 1.135
G-Glu-Val 0.046 + 0.029 0.546 + 0.104 4.375 + 2.627
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[

LY d' v I I~3 = < dy
NMIUNUAINTZAMEENININ 9 lWuszezian 1, 8 uag 12 nau wunan1ivnassidunsil

=

1. spezia1n1sndin 1 ey gasiiiusunaansianiuiniigafe gasindouwazdnam el

9 Y

YSunaanslagilviniu 14.672 + 9.755 umol/kg.sample

2. syeznaInaviin 8 e gasilvuinumslagiunniigade gasindouazinin el
USinaanslaniliviniu 27.116 + 13.375 pmol/kg.sample

3. sgpzamanin 12 Weu gasivivinumslaaiinniignde grsindouazindn el

USinaanslaniliviniu 144.108 = 71.291 pmol/kg.sample

M19199 3.5 USunauansiaaiiluisazinoureslainsed vedansingde

as Unaansland (umol/kg.sample)
1 oy 8 hou 12 1hou
A-Glu-Ala 0.289 + 0.367 0.279 + 0.039 0.723 + 0.453
A-Glu-Asp 0.190 + 0.293 0.326 = 0.104 3.864 + 1.992
A-Glu-Glu 0.415 + 0.141 0.332 + 0.083 12.747 + 6.829
A-Glu-Gly 0.135 + 0.082 0.258 + 0.199 2.569 + 0.249
A-Glu-Thr 0.250 + 0.433 0.283 + 0.188 0.562 + 0.401
A-Glu-Val 1.131 +£ 0.622 0.456 + 0.002 25.370 + 17.930
G-Glu-Ala 0.461 + 0.502 0.000 + 0.000 0.411 + 0.036
G-Glu-Gln 0.388 + 0.012 0.405 + 0.064 13.113 + 3.990
G-Glu-Glu 1.502 + 1.252 1.122 + 0.634 7.866 + 3.432
G-Glu-Gly 1.147 + 0.364 0.258 + 0.160 10.198 = 2.556
G-Glu-His 1.252 + 0.815 0.556 + 0.177 1.026 + 0.495
G-Glu-Ile 0.914 + 0.751 0.384 + 0.000 8912 + 6.716
G-Glu-Met 0.328 + 0.251 0.392 + 0.039 29.069 + 16.364
G-Glu-Phe 0.327 £ 0.104 0.364 + 0.000 2515 £ 1.227
G-Glu-Trp 0.875 + 0.540 0.412 + 0.001 5.525 + 3.739
G-Glu-Tyr 0.520 + 0.201 0.447 + 0.068 0.597 + 0.155
G-Glu-Val-Gly 1.415 + 1.018 0.345 + 0.011 0.324 + 0.067
G-Glu-Val 1.040 = 0.546 0.467 + 0.012 15.253 + 1.200




A1519% 3.6 USuuansiaaiiusasiioureslainsed vedgnsindenaydnim
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as USunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.009 + 0.012 0.792 + 0.090 0.402 + 0.052
A-Glu-Asp 0.000 + 0.000 0.000 + 0.000 0.000 + 0.000
A-Glu-Glu 1.480 + 0.425 1.843 + 1.024 13.252 + 1.882
A-Glu-Gly 1.364 + 1.210 0.047 + 0.065 4222 + 1.191
A-Glu-Thr 0.484 + 0.475 3.169 + 2.849 0.282 + 0.240
A-Glu-Val 0.214 + 0.180 4.188 + 3.063 3.442 + 1.583
G-Glu-Ala 2.046 + 0.512 0.000 + 0.000 0.242 + 0.135
G-Glu-Gln 0.330 + 0.251 0.448 + 0.198 3.586 + 2.098
G-Glu-Glu 1.777 = 1.523 5882 + 1.767 1.807 = 1.551
G-Glu-Gly 1.288 + 0.877 0.228 + 0.158 1.994 + 0.737
G-Glu-His 0.105 £ 0.038 0.425 = 0.000 2.049 + 0.735
G-Glu-Ille 0.683 £ 0.115 0.304 + 0.182 1.459 + 0.719
G-Glu-Met 0.664 + 0.589 1.497 + 1.110 1.126 + 0.641
G-Glu-Phe 1.130 = 0.927 2.215 + 1.384 4.869 + 1.430
G-Glu-Trp 0.551 £ 0.149 0.000 = 0.000 27.794 + 12.641
G-Glu-Tyr 0.733 = 0.595 0.597 = 0.527 5.492 + 1.254
G-Glu-Val-Gly 0.798 +£ 0.716 2.017 = 0.738 25783 + 17.916
G-Glu-Val 1.016 + 1.162 0.612 + 0.251 14.825 + 3.211




M13199 3.7 UsinavansianilluusiasidouvesUainsed vesansinfouazsidn

18

as USunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.790 + 0.706 4.478 + 3.330 0.486 + 0.572
A-Glu-Asp 0.297 + 0.272 0.604 + 0.283 3.864 + 1.992
A-Glu-Glu 1.630 + 0.998 4.294 + 1.801 12.747 + 6.829
A-Glu-Gly 0.272 + 0.203 0.036 + 0.013 2.569 + 0.249
A-Glu-Thr 0.185 + 0.280 1.202 + 0.330 0.947 + 0.274
A-Glu-Val 0.053 + 0.086 2.307 = 1.996 25.370 £ 17.930
G-Glu-Ala 0.847 £ 0.772 0.000 + 0.000 0.274 + 0.239
G-Glu-Gln 0.349 + 0.213 1.500 = 0.607 13.113 + 3.990
G-Glu-Glu 1.368 + 0.086 2587 +1.442 7.866 + 3.432
G-Glu-Gly 0.747 + 0.255 0.788 = 0.241 10.198 = 2.556
G-Glu-His 0.980 + 0.655 0.000 = 0.000 1.026 + 0.495
G-Glu-Ille 0.728 £ 0.622 4.132 +1.242 8912 + 6.716
G-Glu-Met 0.160 = 0.214 0.644 + 0.133 29.069 + 16.364
G-Glu-Phe 0.006 + 0.004 0.733 + 0.085 3.129 + 0.652
G-Glu-Trp 0.007 £ 0.004 0.000 = 0.000 5.525 + 3.739
G-Glu-Tyr 0.167 £ 0.177 3.776 = 1.860 0.597 + 0.155
G-Glu-Val-Gly 0.000 + 0.000 0.035 + 0.013 0.296 + 0.069
G-Glu-Val 0.484 + 0.430 0.000 + 0.000 18.120 + 5.038




M13199 3.8 USinauansianilluusiasiiouresuainsed vesgasinde 1131 wavsiind

as USunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.240 + 0.000 1.692 + 0.387 0.000 + 0.000
A-Glu-Asp 1.470 + 0.649 0.000 + 0.000 0.000 + 0.000
A-Glu-Glu 0.004 + 0.000 0.687 + 0.085 25.431 + 6.525
A-Glu-Gly 1.529 + 1.171 2.325 + 0.837 3.734 + 1.279
A-Glu-Thr 0.093 + 0.019 0.281 + 0.237 0.416 + 0.155
A-Glu-Val 0.442 + 0.322 2.652 + 1.119 6.541 + 3.451
G-Glu-Ala 1.992 + 0.900 0.000 + 0.000 0.750 + 0.105
G-Glu-Gln 1.225 + 1.343 0.375 + 0.208 8.553 + 5.082
G-Glu-Glu 1.438 + 0.867 3.121 + 0.689 12.691 + 7.960
G-Glu-Gly 1.926 + 1.587 1.697 = 0.462 4.073 + 0918
G-Glu-His 1.255 +1.071 0.000 = 0.000 0.345 + 0.097
G-Glu-Ille 1.284 +1.472 3.120 =+ 1.111 2.750 + 2.253
G-Glu-Met 0.644 + 0.603 0.988 + 0.532 1.901 + 0.751
G-Glu-Phe 0.013 £ 0.017 2.257 + 1.125 1.291 + 0.578
G-Glu-Trp 0.209 + 0.363 0.000 = 0.000 5.285 + 2.402
G-Glu-Tyr 0.156 £ 0.217 1.756 = 0.973 2.296 + 1.453
G-Glu-Val-Gly 0.000 + 0.000 0.427 + 0.029 0.751 = 0.677
G-Glu-Val 0.647 + 0.601 2514 + 1.225 34.933 + 14.645
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1 \fieu gasnlvUsunaansliagiuniigase gasindeowasdnim dev

USinaanslagiliviniu 3.203 + 2.011 pmol/kg.sample

2. sreEiIaIn1svin 8 e gasiiviusunuasiaaiuiniignse g

lapfivindu 41.301 + 16.743 pmol/kg.sample

3. syewlaaIn1snin 12 ey gasilvuSunaansiaaiuini

USinaanslaniliviniu 248.801 = 48.342 pmol/kg.sample
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ANAD AMTLNABLAYIITNY TIbA

a3 USinauanslaadl (umol/kg.sample)
1 1h9u 8 AU 12 1hou
A-Glu-Ala 0.331 + 0.284 0.610 = 0.229 1.054 + 0.091
A-Glu-Asp 0.055 + 0.064 2.228 + 0.267 0.290 + 0.088
A-Glu-Glu 0.018 £ 0.018 5.150 + 3.145 0.593 + 0.298
A-Glu-Gly 0.046 + 0.024 1.323 + 0.114 0.056 + 0.027
A-Glu-Thr 0.035 + 0.027 4.026 + 1.055 3.754 +1.837
A-Glu-Val 0.000 + 0.000 1.636 = 0.736 6.107 + 1.960
G-Glu-Ala 0.514 +£ 0.223 1.649 + 0.939 6.380 = 0.777
G-Glu-Gln 0.345 + 0.244 3.557 £ 0.923 1.137 + 0.498
G-Glu-Glu 0.048 + 0.015 2.906 + 0.789 22.763 + 10.731
G-Glu-Gly 0.025 + 0.021 2576 + 1.319 2.598 + 0.956
G-Glu-His 0.076 = 0.055 2.033 + 1.240 0.618 + 0.130
G-Glu-Ille 0.059 + 0.054 3.169 + 1.268 2.042 + 0.920
G-Glu-Met 0.027 + 0.023 0.000 + 0.000 5.124 + 1.806
G-Glu-Phe 0.024 + 0.018 1.564 + 0.434 3.227 + 1.182
G-Glu-Trp 0.043 + 0.023 2.765 + 0.765 2.006 + 0.399
G-Glu-Tyr 0.042 + 0.003 0.829 + 0.221 1.873 + 0.682
G-Glu-Val-Gly 0.036 + 0.012 0.000 + 0.00 0.269 + 0.147
G-Glu-Val 0.028 + 0.020 5.282 + 3.298 30.772 + 16.327




M19199 3.10 USunauanslaailuusiazinouveauansin vasgnsniowas i1
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as USunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.031 £ 0.011 0.486 + 0.308 0.373 + 0.132
A-Glu-Asp 0.267 + 0.181 0.894 + 0.693 0.519 + 0.159
A-Glu-Glu 0.025 + 0.005 0.500 = 0.256 6.665 + 2.830
A-Glu-Gly 0.051 £ 0.017 0.070 £ 0.012 2.434 + 1.056
A-Glu-Thr 0.311 £ 0.194 0.625 + 0.486 0.571 + 0.302
A-Glu-Val 0.002 + 0.002 0.602 + 0.325 12.671 + 4.651
G-Glu-Ala 0.304 £ 0.114 0.257 + 0.223 0.053 + 0.031
G-Glu-Gln 0.571 £ 0.290 2.592 + 2.437 18.539 + 7.816
G-Glu-Glu 0.038 + 0.032 2.264 +1.113 5.697 + 2.244
G-Glu-Gly 0.004 + 0.001 0.000 + 0.000 0.050 = 0.026
G-Glu-His 0.433 + 0.424 0.000 = 0.000 7.362 + 0.582
G-Glu-Ille 0.046 + 0.006 5.868 + 3.339 0.954 + 0.725
G-Glu-Met 0.371 + 0.301 0.462 + 0.064 0.368 + 0.000
G-Glu-Phe 0.056 + 0.019 0.501 = 0.147 2.354 + 0.514
G-Glu-Trp 0.021 + 0.006 0.273 +0.236 2.692 + 0.069
G-Glu-Tyr 0.059 £ 0.013 0.524 + 0.146 23773 + 12.755
G-Glu-Val-Gly 0.582 + 0.366 0.205 = 0.179 0.608 = 0.174
G-Glu-Val 0.033 + 0.029 0.611 +£0.179 54.678 + 22.535
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as USunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.069 + 0.033 1.050 = 0.687 0.266 = 0.119
A-Glu-Asp 0.016 £ 0.014 0.688 + 0.336 4.360 + 3.252
A-Glu-Glu 0.054 + 0.052 0.582 + 0.403 27.135 + 9.845
A-Glu-Gly 0.023 + 0.019 0.529 + 0.081 69.780 + 0.827
A-Glu-Thr 0.049 + 0.024 0.535 + 0.002 5.113 + 2.150
A-Glu-Val 0.035 + 0.030 0.542 + 0.120 7.944 + 2.429
G-Glu-Ala 0.032 +£0.028 0.558 + 0.245 0.444 + 0.358
G-Glu-Gln 0.034 + 0.013 4.760 + 2.939 14.557 + 3.958
G-Glu-Glu 0.047 + 0.003 0.856 + 0.371 14.287 + 4.944
G-Glu-Gly 0.007 = 0.010 0.668 = 0.379 6.795 + 2.494
G-Glu-His 0.046 = 0.035 0.352 + 0.104 0.181 = 0.045
G-Glu-Ille 0.045 + 0.012 0.312 + 0.184 1.877 = 0.947
G-Glu-Met 0.035 + 0.005 0.305 + 0.141 3.872 + 1.953
G-Glu-Phe 0.004 + 0.000 0.000 + 0.000 3.197 + 1.229
G-Glu-Trp 0.025 + 0.021 0.000 + 0.000 15.518 + 2.557
G-Glu-Tyr 0.047 + 0.009 1.605 + 0.303 9.584 + 4.604
G-Glu-Val-Gly 0.046 = 0.025 0.339 + 0.016 0.441 + 0.099
G-Glu-Val 0.054 + 0.001 0.344 + 0.171 63.451 + 6.532




M19199 3.12 USunasansleailuusiasihouvesuansin vesgasnie 91907 wags1dn

as USunauanslagdl (pmol/kg.sample)
1 1hou 8 AU 12 1hou
A-Glu-Ala 0.034 + 0.040 0.367 +0.242 0.291 + 0.032
A-Glu-Asp 0.025 £ 0.012 0.464 + 0.131 0.292 + 0.095
A-Glu-Glu 0.082 + 0.047 0.662 + 0.313 4.927 + 2.067
A-Glu-Gly 0.062 + 0.035 4520 + 2.225 3.239 + 2.887
A-Glu-Thr 0.001 + 0.001 0.822 + 0.556 0.329 + 0.167
A-Glu-Val 0.005 + 0.001 0.458 + 0.385 8.676 = 5.011
G-Glu-Ala 0.011 £ 0.006 1.182 + 0.947 0.393 + 0.041
G-Glu-Gln 0.057 £ 0.016 0.694 + 0.412 6.477 + 4.145
G-Glu-Glu 0.481 + 0.083 1.510 = 1.240 2951 + 0.864
G-Glu-Gly 0.047 + 0.047 1.049 = 0.222 6.220 + 2.660
G-Glu-His 0.569 +0.438 0.553 + 0.251 5.486 + 4.134
G-Glu-Ille 0.101 £0.072 0.000 = 0.000 6.287 + 4.229
G-Glu-Met 0.029 +£0.010 0.460 + 0.081 0.441 + 0.070
G-Glu-Phe 0.004 + 0.001 0.228 + 0.191 2.530 + 0.698
G-Glu-Trp 0.262 £ 0.248 0.000 = 0.000 3.098 + 2.612
G-Glu-Tyr 0.003 + 0.001 0.402 = 0.225 2.340 = 1.296
G-Glu-Val-Gly 0.003 + 0.002 0.634 + 0.431 0.556 + 0.354
G-Glu-Val 0.046 + 0.029 0.087 + 0.021 0.504 + 0.117
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582LIA1NTULN yELLNTLR gnsnisudn YSunauansiagd
(umol/kg.sample)

1 1oy Uamue L&D 9.357 + 7.409
\nde + $1dn 12.527 + 4.267

INAD + 31917 1.741 + 1.316

inde + 41af + $dn | 1111 = 0.638

Uanseh \nde 12.579 + 8.296

\nde + 919Mn 14.672 + 9.755

INAD + 31917 9.071 + 5.976

ndo + 419f + 5193 | 14.568 = 11.201

Uanwe + Uanseh \n&e 1.752 + 1.127

\ndo + 919Mn 3.203 + 2.011

NAD + 31917 0.668 + 0.335

nde + 4198 + 514 1.821 + 1.085

8 Lhou Uanvise Ln&e 14.908 + 5.794
inde + $1dn 11.157 + 8.067

A + 31U 4.719 + 2.445

nde + 91980 + 9 11.641 + 5.742

Uanseh \nde 7.086 + 1.782

WNAD + U17A7

24.265 + 13.405

WA + 519710

27.116 + 13.375

WNAD + 1A + 1977

23.892 + 9.018

Jamue + Uainseh

=
LNED

41.301 + 16.743

WNAD + T1IA7

16.735 £ 10.143

LNAD + 31977

14.025 + 6.481

WNAD + T1IAT + 19

14.092 £ 7.872




25

5E2LIAINTULN yELLNTLR gnsn1svdn YSunauansiagd
(umol/kg.sample)

12 oy Uanviue \N&e 45.538 + 15.648
\nde + 413f 78.114 + 26.942
LNED + 3191 105.808 + 51.377

inde + 919f + 519 | 64.816 = 30.875
Uanseh \nde 1640.644 + 67.833

WD + U17A7

112.626 + 48.466

WA + S99

144.108 + 71.291

WNAD + V1A + S92

111.742 + 48.330

Jamue + Uainseh

=l
bNED

90.663 + 38.856

WNAD + T12A7

140.361 + 56.600

LNAD + 519710

248.801 + 48.342

WNED + V1A + S92

55.039 + 31.479
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