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Seawater-derived neodymium isotope records during
Holocene: implications for oceanographic circulation
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SUMMARY

I. Title

Seawater-derived neodymium isotope records during Holocene : implications for
oceanographic circulation

II. Purpose and Necessity of R&D

O The Chukchi sea is an important region to understand the oceanographic and
climatic changes in the western Arctic observed on the late Quaternary
glacial-interglacial cycles

O In order to unravel Chukchi Sea water mass composition during the Holocene,
seawater-derived neodymium isotope of authigenic fraction in marine sediments
has been used.

III. Contents and Extent of R&D

O Reconstruction of oceanographic circulation history in the Chukchi Sea during
the Holocene.

O Assessment for reliable seawater-derived records using ®’Sr/®*Sr and REE
O Sr, Nd isotope ratio analysis

O Investigation of the mechanisms which caused the variation of the
oceanographic circulation

IV. R&D Results

O Based on 7 AMS ™C ages of molluscan shells, the age of bottom core has been



extrapolated to ca. 9.31 ka BP.

O We attributed the MREE-enriched patterns of the leachate to the release of

REE from seawater-derived Fe-Mn oxyhydroxide coating fraction.

O The general pattern of increasing eyq values can be explained by the radiogenic
Bering Strait inflow after flooding of the strait and by the decreasing Beaufort

Gyre circulation during the Holocene.

V. Application Plans of R&D Results
O The additional analysis of enq values from detrital fraction and bivalve shells.

O The reconstruction of paleooceanographical history in the western Arctic Ocean.
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H 1 & ME

w2, Wet, d7] 849 A% ®sle AAFHeR P
e PR oAF Y Fhe dEle ol FFS vA b s el o =
2+8S to M 7)Zo thA] 43S 7] 2 3L(Stroeve et al., 2012) A A ¢ (Wassmann et al.,
2011) AH317E A4 S Z(Blunden et al, 2012) F&F& F+= & &S] €73 W3t A= AA
o oAl Fagk FAoltt
53] ME=aY HAsM = HH R EdE A4 T 2RoEA
b T thrle ajeke Wiyt doskth. FAale] ° .
4, 999 S 7HProshutinsky et al,, 2002; Morison et al., 2012)¢] 93-S A W=t} T3+
Hol 49 olF® HHHELY A=Vt ¥ g MEsdE AA AE=dlE fdE
Atk oyt FEHEHY 7Y Sy HEF3E Ay i g9 Atlantic meridional overturning
circulation (AMOC)oll 43S wAH HAF4 s sfol|x o gtth(Shaffer and Bendtsen,
1994). Wb AE=81e] sl Wst 2 g8 Y T8 5d A= AATH U5 WEE
olsfst7] ko] DA ot}

=
o,
:OL_',
o
[

A 2 A JdFLe] e o e

© ArelM = 2AA S

s 224 A& 8

g RREROR 5ol ICP-MSE o83t SER Y28 PHASILG o|F ojeazme
adE e Bokel VeHFNR 2ERES 2T F TIMS FUIE o3l Zzte] FHAn
& EAsh JEF 4% 2ERE B9 vE AR A579 A3 AHg
gov dupd vodE BA9s v WSS Fa T4 ARIde dF wsE FHsna
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M 2 & =de 7[e/gd &

A AHE S

(Boyle 1995; Curry and Oppo, 2005). &t} A A%
d& oo AEAAA e W3 (Mackensen et al, 1993), A
w2 22 (Lynch-Stieglitz et al., 1995), #&%9] %3H(McCorkle et al., 1995) Sl <3}
of @3S 7] Lol Aol ofelgo] wWETh

Sm-Nd &5 BIX& v717F 11 HAbg S9dart s 59 st AtollA "oy
e Fet Agtel ARRET] AZRE AL FHZ oF 1099 Abele] W sto]tH(Goldstein and
Hemming, 2003). 20103l += Quaternary Science Reviews #dol “ar3]sto] 42 v ot
UL = AE2 E¥ S (van de Flierdt and Frank, 2010)7} @3td AHAez2 ksl oA
7 A8 Folth

Smo] 106 byre] w712 Uyl F et AAH = WNde 544 Adiyt e 49
WNAMMNAY] B17E ow &) MNdMNd Bl W R¥e] Exo] wE EFAH #E
Y=tk ek vy g9 sl A/ Al ZFe] 200-1000% (Tachikawa et al., 1999) *
E3tAl7+el 15009 (Broecker and Peng, 1982)¢l Hl &l Zro} si<a=¢] <37} o]
A2 B7F 9 R Fddel sivtd Zde #hs dABsA BESo 1 vk
"Nd/MNd v19] Wgrt 27 ¢kr] wiZo] BE AAANEY votE F494 vl 2=
olE 9] 7k 0512638 (Jacobsen and Wasserburg, 1980)o] w3l zlo]& o] &3dle] t}L-3}
o] YAE 9 eng= EAISTH

of'

o,

_Y,&_&L:O.‘:X\‘
o o2

m

(143Nd/144Nd)samp _ (143Nd/144Nd>CHUH

x 10"
(143Nd/144Nd)CHUR

€ENd —

7l edds s9da vE s Wid2e JERF 94t $5e 2930 9
(O'Nions et al.,, 1978; Piepgras et al., 1979)7} 7)ol AF&EH AT H 2= A EH A& H-
3 AY e A H-w3E AsES A4 FEHE ARES ZEste] Abgste AT
So] &3l (Bayon et al, 2002; Piotrowski et al., 2004; Gutjahr et al., 2007) =W <%

il 94??} A% FHHAT(Jang et al, 2013). ALEFHolAE EF HAEANA =24 F=
< AR sl deds A7 A (Haley and Polyak, 2013). £A44 &4

Mo oZ
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4o B BAA/EH SR 24l mek TAHL Aoke] 2ol Holsk vk
Aok, #3%, 45 5 AR 719 AEE sFolA A4 G4 wwe] 4

A7l ot wA=R AFg@ActH(Martin and Haley, 2000; Roberts et al., 2012;

Tachikawa et al., 2014; Kraft et al., 2013; van de Flierdt et al., 2010; Robinson et al., 2014).

_12_



H 3 & A7 = 48 2 2ot

Eade 23 sl vtdlx 5 8 RAYeERH AR =& gt FEE
dHol T=FT= BASH shelf margine weh WAARFO R 5SS =oF ST A
g2 olojxitt. FEjE e FTE A oF 40-50 me] &2 WHAFS TSt F=3
= 5o 4 T 200 m7bA] FAEEste] G kSl AHE I E=I S s
ek 8, ESdEY At B HE SRR Y 5o 23T 2 9Ty v
o2 FXFrH(Schlosser et al, 1995, Bauch et al., 1995; Ekwurzel et al., 2001; McClelland

et al, 2012). webA HE|H A HMHH TS Tkl HFE 5ol = @, ol&wt
Bering Strait Inflow(BSD7} =3¢ Wal 74 2 g4 3ol v x= JFo] A},

AMEFol X HA &= AW ol sl (ESC, the East Siberian Curret)”} Canadian
Basin® % &5 UelvsE B E zbolo] (BG, the Beaufort Gyre)$t Wy 5= 72X =
&7 (TPD, the Transpolar Drift)S ¥ Alsl= Ao A&t BHE Hojoj= 7]k H
o 8o TPDS A-HUES 8t L Wa7l S g7t e vAA "k A&
o] HeES 95 Y Beaufort Gyre 59 932 Wsl= TPDE %3] Atlantic
Meridional Overturning Circulation®] 7}#] 9§ &-& m] Rt} oo} o] HXA| = &H=3l slla
g Aol Fask Aol & = 9

A= o3 AESE 255Y il WEE F wkgeal S Aow Holx A
A8 5Tl AHAR TH oS Fo]Ql ARA0Z2B
0IA-GC+= 2011 8¢ 2¢ ofgt2 59 &= ®AF &8 =5 HA|sfoA AlFsd v (Fig. 1.).
gl Zolo] olmjHF FH7HE o] &ate] WA EHA ANSAHESE FAe A oF 931 ka BP9
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East Siberian Sea

Canada
Basin

— Sep 1979-1983 SMMR Bootstrap 50% ice conc.

— Sep 2002-2006 AMSR-E ASI 50% ice conc.
— 2007-09-17 AMSR-E ASI ice conc.

Fig. 1. Location map of sampling site and the western Arctic Ocean.
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A 2 Ad dAd

e FEIY T B4 98k
FZdo YRS REFHOoZ A3 F olLaRnEIRIYS ol &t tE md d4E
2HY 2EEZFI Hods 948 747 2.

Grinding ‘ Weighing Remove Fe-Mn coating Column
bulk sediment (~1000mg) carbonate extraction | purification
Aliquoting for

trace element
analysis (ICP-MS)

Sr, Nd isotopic
ratio analysis
(TIMS)

Fig. 2. Analytical procedure for the extraction of the Fe-Mn oxyhydroxide coatings and

isotopic ratio analysis.

Depth Bulk sediment Leachate Aliquot
Set—-No
[cm] [g] [g] [g]
A-1. 0 0.474 4.172 0.160
A-2. 1 0.961 4.154 0.160
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3-1. 21 0.949 11.893 0.143
B-1. 31 0.948 4.155 0.152
4-1. 41 0.963 12.226 0.147
A-3. 51 1.000 4.180 0.161
2-1. 61 1.116 11.773 0.146
C-1. 71 0.952 4.180 0.154
3-2. 381 1.015 12.019 0.144
A-4. 101 0.915 4.170 0.162
2-2. 121 0.634 12.187 0.147
B-2. 131 0.924 4.186 0.156
3-3. 140 1.029 11.791 0.144
C-2. 156 0.937 4.188 0.154
4-2. 160 0.926 12.404 0.147
B-3. 171 0.985 4.197 0.158
2-3. 181 1.110 11.851 0.147
A-b. 191 0.904 4.169 0.162
C-3. 211 0.996 4.184 0.153
4-3. 221 0.913 11.916 0.147
2-4. 241 0.927 12.052 0.147
C-4. 251 0.931 4.176 0.154
3-4. 260 1.032 11.820 0.143
B-4. 266 0.963 4.189 0.159
4-4. 281 0.989 12.369 0.147
C-5. 291 1.025 4.181 0.154
A-6. 301 0.932 4172 0.159
3-5. 320 1.007 12.086 0.144
B-5. 331 0.925 4.185 0.160
4-5. 340 0.876 12.564 0.148
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C-6. 351 0.983 4.185 0.155
2-5. 361 0.987 12.027 0.146
B-6. 371 0.970 4.181 0.158
4-6. 380 1.043 11.939 0.147
C-7. 391 1.027 4.179 0.164
A-T. 401 1.024 4.049 0.160
2-6. 421 1.087 11.963 0.146
B-7. 431 1.050 4.183 0.159
3-6. 441 0.934 12.133 0.143
A-8. 456 0.992 4175 0.159
4-17. 461 1.058 12.322 0.147
B-8. 471 1.056 4.184 0.160
2-17. 481 1.189 11.754 0.147
A-9. 501 1.074 4.138 0.160
3-17. 521 1.134 12.070 0.144
B-9. 531 1.000 4182 0.159
2-8. 541 0.998 11.904 0.148
A-10. 545 0.996 4.163 0.160

Table 1. Sample amount list of bulk dried sediment, leachate for the extraction of

Fe-Mn oxyhydroxide coatings and aliquot for trace element analysis.

Azd AANAE ARels $4719 494 455 579 AR, B, 5718

T T3 Aol EAgY. o] F sl Y AR sl Fe-Mn oxyhydroxide coating
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Fraction Reagent Temp [C] | Time [h]
Bayon et al. D
Carbonate 10 %6 AA 25 3
(2002)
Fe-Mn Oxide 1 M HH? in 25 % AA 80 3
Fraction Reagent Temp [C] | Time [h]
Gutjahr et al. -
Carbonate 1 M Buffered AA 25 '
(2007)
Fe-Mn Oxide 005 M HH (pH 4) in 15 % AA 25 3
Fraction Reagent Temp [C] | Time [h]
Carbonate 7 M Buffered AA 25 0.5
3.5 M Buffered AA
Haley & Fe-Mn Oxide e %5 > 12
Polyak (2013) = "a” leachate
0025 M HH (pH 4) in 1.25 M AA o5 )
= ”b” leachate
Fraction Reagent Temp [C] | Time [h]
this study Carbonate 1 M Buffered AA 25 Y
Fe-Mn Oxide 0.02 M HH (pH 45) in 25 % AA 25 3

Table 2. Sequential extraction methods from several previous and this studies
(PAA : Acetic Acid / YHH : Hydroxylamine Hydrochloride/ ®Until reaction is complete)

= WA pH 52 g4=% 1 M9 Acetic AcidE ©] &34
Fol oMM EANS HUbeta B EoR =53 Yol ©4
FAH(Fig. 3. (A). °o #4 T FEFEH o4 flo] ve T LAY
AbERAIT 871 5

o] A]

SAIAT Fol AEE 2

T 7| Hk-g-o]

3] wHEekith(Fig. 3. (B)).
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RRRRRERY Sy Ape

Fig. 3. Removing the carbonate fraction from the bulk sediment samples.

ol < AAsE 182 MQ deionized water®} vortex
mixer, YAE7IE ol&ste] Helde &Hdol gleF 33 AFHIH. ool Fe-Mn
oxyhydroxide coating &< T3ttt & ATolA & 26%H ABAAEA - FAlkst=
FEE FsAT. 25% Acetic Acide. 2 A %3 0.02 M Hydroxylamine Hydroxide & <4 (HH
Aleh) = pH 458 <¢hFdte] FE=o A&t BAFE A7 7F k59 AlEed HH A oks of
12ml & 9ol 2elA 417 58 200 rpm®] - ool ¥k A Zth wkg-o] £ ¥ A4l

=)
L
F AR Hobgls AEAL ANE HEE A ol AASAL

RARG ool A W TR 45

1

olaRvtEaY Y HAHS AX7] Ao Class 1000 FAAHHANA nFds F4& 93
REFHS =Gt A8 5 Set 2, 3., 45 HH &3 bkg3 A5 ok 12ml 5 0.150
ul 7t REFRoR 59T Set A, B, CE 718 BAlE 915te] HZE nAd @
71 A5 dS F2A7l 5 25 N HCL 4 mlol &3]3 Sl 0150 ul 7t#S FEgHow IF5
=g

(2) ol2aABRvEIY ST A Y4 FE
AR FEAL o]lAREIYIHS o]&5te] wde YAE T Sr¥ NdS FE 3%

TH(Table 3). HH &3} Q&3 A5 A2 HEE v A Hol Class 1000 A A3 $=
ZUA A S2E Algs= A HA AH 9 loading solution?] 25 N HCI 0.5 mlol] &3

sle 10&3F sonicatorel WHS & AZvlEd# sy Ay BAHS Agstnh o] Wl F 6 set9
1, 2,4, A, B, Co A5 A4 A Hel 13500 rpmO & 10

Fob QARG F F5ANS P Aol AU o= Set 3.9 ARvETY 2
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A s 3] [mL]

1 IIEH 94 &3 2H
: AG 50W-X8 100-200 mesh (4dmL column volume)

Condition 25 N HCI1 8
Load 2.5 N HCl1 0.5
Wash 2.5 N HCl1 0.5
Wash 2.5 N HCI1 1
Wash 2.5 N HCI 7
Catch Rb 2.5 N HCl1 4
Wash 2.5 N HCI 6
Catch Sr 2.5 N HCIl 6
Wash 2.5 N HCI 2
Wash 6 N HCI 3
Catch REE 6 N HCI 7
Clean 6 N HCI 8
Clean (6 N HCI / H,0O) x 43] W& 8/8

2. etE 94 29 A9 : Ln resin 2mL column volume)

Load 0.25 N HCl1 0.2
Wash 0.25 N HCl1 0.2
Wash 0.25 N HCl 7
Catch Nd 0.25 N HCl1 5
Wash 0.25 N HCI 2
Wash 0.5 N HCI 3
Catch Sm 0.5 N HCI 4
Clean (6 N HCI / 0.25 N HCI) 48 / 48

Table 3. Chromatographic column processes for separating Nd and Sr

from leachate fraction.
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Fig. 4. Chromatographic column processes for collecting Nd and Sr from leachate

fraction.

(3) IEF A48 2EEH,

=

[ERSR R RN (RS

e SER da FEe SAATARY FEAF Foh=vk 224 7] (Inductively
Coupled Plasma Mass Spectrometry, ICP-MS) ELAN 61002 o]-&3lo] EX&qtt ~EZE
I vets sAdAR vl A7 SAATARY] dol23t A4 7] (Thermal Ionization Mass
Spectrometry, TIMS) TRITON<S o] &3te] SA4sAth veot s w94 v £4& 95t
1 M HNOz¢ A5S 0.1 M H;POso] H7FAI9k &7 Re ole ZHWECd &9 A7E 7Fsho]
A FHE ST 2EER F994a ¥ A2 concentrated HNOszol FHl¥E A|5& TaO

A7A B/ Re A2 AebulEo] <¥ v a3tk

(4) Age model
ARA02B 01A-GC Fo]:= & o] 545ecme] Fo] & Zo] 107 - 510 cm o 2 e 7

Aol olmjulF szt Alme AMS YC dES gz dd 2dol AHHEAtH(Table 4. ;
Yamamoto et al., submidtted a)). CALIB 7.0 22133} marinel3 dataset (Reimer et al.,
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2013)& o] &3sle] 771 AMS YC d#E calendar ages® W3aloth o] w McNeely et
al.(2006)7} Darby et al.(2013)°l] wz} =3 reservoir correctione AR = 500 years® A3}
ATk TH A= HolE Atolel= HA £wrF AE BlE&S fFASAL At 7Asi o £
Ao A ¥ 0 yr BPE 7HAsH T Ao Ede W2 F 545 cm #Hold & o=
°F 931 ka BP =, 7] E=2AFH dA7A ] AALE 7] FekaL 9115 Ao = Yet

AR =0 AR = 506
Convention Calendar Calendar
Depth al age + age + age + UGAMS
[cm] [yrs] [yrs] [yrs BP] [yrs] [yrs BP] [yrs] number
107.5 3740 30 3709 51 3057 58 11825
159.5 4370 30 4497 54 3842 52 11826
204.5 4860 30 5187 70 4482 50 11827
2415 5180 30 5544 39 4893 46 11828
3475 6110 30 6539 51 5991 56 11829
456.5 7690 30 8149 50 7644 36 11830
509.5 8670 30 9350 47 8642 56 11831

Table 4. Calibration of AMS 'C dating data of 7 molluscan shells

A3 A A2
(1) Nd 9192 1]

ARA02B 01A-GC Folo] AAHRE FEHEY Nd 994 v 34 Ad3s 39 Zold
upel e At Table 5). A& eng @2 HAgk -723004 Az -3959 W <holA
Watglom Hughe -5120]th &o] Zojo] wE WElE 545 ecm ZololA - 663 engol A
21 cm Zol9 -403 exe/ZtA WAIH R FFates FAZS BT EEABANME -455 exq
o] ol yelgron ol Higsge 4 -402 ~ -594 exgdll 33 thH(Dahlgvist et al,
2007). A5k FA 7Fdl Zo] 520 ~ 530, 456, 241 cmol A FA R Ak Holzl U
Elue 361, 41 cmol A Z7Feks Aoz Belth H=d Zlo] 1 ecmet E5olA ZAskA

>
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Set-No. | oo Nd/N 2 S.E. ena
[cm] (normalzed)
A-1. 0 0.512405 0.000003 -4.55 = 0.07
A-2. 1 0.512386 0.000004 -492 £ 0.09
3-1. 21 0.512431 0.000004 -4.03 = 0.08
B-1. 31 0.512428 0.000005 -4.09 = 0.10
4-1. 41 0.512431 0.000005 -3.95 £ 0.09
A-3. 51 0.512417 0.000005 -4.32 £ 0.09
2-1. 61 0.512421 0.000004 -4.23 = 0.07
C-1. 71 0.512417 0.000006 -4.32 £ 0.12
3-2. 31 0.512425 0.000004 -4.16 = 0.07
A-4. 101 0.512411 0.000005 -4.43 + 0.10
2-2. 121 0.512416 0.000004 -4.34 = 0.08
B-2. 131 0.512404 0.000005 -457 £ 0.10
3-3. 140 0.512409 0.000004 -4.47 £ 0.07
C-2. 156 0.512408 0.000006 -4.49 £ 0.12
4-2. 160 0.512402 0.000003 -455 £ 0.06
B-3. 171 0.512395 0.000005 -4.74 £ 0.09
2-3. 181 0.512389 0.000003 -4.85 + 0.05
A-b. 191 0.512392 0.000005 -4.80 = 0.10
C-3. 211 0.512387 0.000005 -4.90 = 0.10
4-3. 221 0.512391 0.000004 -4.73 = 0.08
2-4. 241 0.512369 0.000003 -5.25 £ 0.05
C-4. 251 0.512389 0.000006 -4.86 = 0.11
3-4. 260 0.512390 0.000002 -4.84 £ 0.05
B-4. 266 0.512383 0.000006 -498 + 0.11
4-4. 281 0.512382 0.000004 -491 = 0.08
C-5. 291 0.512384 0.000006 -496 + 0.11
A-6. 301 0.512383 0.000005 -4.98 = 0.09
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3-5. 320 0.512386 0.000002 -492 £ 0.05
B-5. 331 0.512382 0.000006 -5.00 = 0.12
4-5. 340 0.512374 0.000004 -5.07 £ 0.08
C-6. 351 0.512370 0.000006 523 £ 0.12
2-5. 361 0.512393 0.000003 -4.78 + 0.05
B-6. 371 0.512364 0.000004 -5.35 = 0.08
4-6. 380 0.512362 0.000005 -529 £ 0.10
C-7. 391 0.512356 0.000005 -550 £ 0.10
A-T. 401 0.512354 0.000004 -5.53 = 0.08
2-6. 421 0.512345 0.000002 -5.72 £ 0.08
B-7. 431 0.512346 0.000004 -5.69 = 0.09
3-6. 441 0.512347 0.000004 -5.67 = 0.07
A-8. 456 0.512327 0.000004 -6.07 £ 0.08
4-7. 461 0.512337 0.000004 =579 £ 0.08
B-8. 471 0.512331 0.000003 -6.00 £ 0.07
2-17. 481 0.512320 0.000004 -6.20 £ 0.07
A-9. 501 0.512304 0.000004 -6.51 = 0.07
3-17. 521 0.512267 0.000003 723 £ 0.06
B-9. 531 0.512288 0.000004 -6.83 = 0.08
2-8. o941 0.512300 0.000003 -6.59 £ 0.05
A-10. 545 0.512298 0.000004 -6.63 = 0.09

Table 5. Nd isotope ratios of leachate fraction analysed in this study.

(2) Sr =94 v

AR FERE USr/MSr 994 vS Al 2d ARG eng 73 A Table 601
otk Az Sr/Sr HlE= 070929914 0.71070¢] M S Bgow Hi ke 0.70981.
e dolgrt A si4el ghel 0.70917RtF ¥ FS wola gtk ¥Sr/MSr wjeh A
sole] ook gabge] e ZoR HATHR® = 024). 33 2ol 1 ecm A& g
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Zkzb 071062, 07107002 2 A|ZE9 ghEth 000040 o] ¥& s Btk Sy Sr v
9} e AWAE R? = 0.14 & A Ve

Set=No. ?::]h [kzaggfazgfgoo e TSr/tsr
A-1. 0 0.00 -455 0.71062
A2, 1 0.3 492 0.71070
3-1, 21 0.60 -403
B-1. 31 0.8 -4.09 0.71000
4-1, 41 117 395 0.70966
A-3, 51 1.45 432 070976
2-1, 61 1.73 423 0.70965
C-1. 71 2.02 432 070972
3-2, 81 2,30 416
A-4, 101 2.87 -443 0.70973
2-2, 121 3.26 ~434 0.70990
B-2. 131 341 ~457 0.71013
3-3, 140 355 447
=) 156 379 ~4.49 0.70970
4-2. 160 385 455 0.70960
B-3. 171 401 ~474 070972
2-3, 181 415 485 0.70976
A5, 191 429 ~480 0.70976
C-3. 211 455 -490 0.71003
4-3, 201 465 473 0.70082
2-4, 241 489 595 070981
C-4. 251 499 486 0.70088
3-4, 260 5.08 ~484
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B-4. 266 5.15 -4.98 0.71020
4-4. 281 5.30 -491 0.70985
C-5. 291 5.41 -4.96 0.70993
A-6. 301 5.51 -4.98 0.70999
3-5. 320 5.71 -4.92
B-5. 331 5.82 -5.00 0.70976
4-5. 340 5.91 -5.07 0.70961
C-6. 351 6.04 -5.23 0.70978
2-5. 361 6.20 -4.78 0.70989
B-6. 371 6.35 -5.35 0.70980
4-6. 380 6.48 -5.29
C-7. 391 6.65 -5.50 0.70976
A-T. 401 6.80 -5.53 0.70984
2-6. 421 711 -5.72 0.70991
B-7. 431 7.26 -5.69 0.70969
3-6. 441 7.41 -5.67
A-8. 456 7.64 -6.07 0.71018
4-7. 461 773 -5.79 0.70951
B-8. 471 792 -6.00 0.70946
2-7. 481 8.11 -6.20 0.70949
A-9. 501 8.48 -6.51 0.70950
3-7. 521 8.86 -7.23
B-9. 531 9.05 -6.83 0.70935
2-8. 541 9.23 -6.59 0.70929
A-10. 545 9.31 -6.63 0.70983

Table 6. Nd and Sr isotopic data of bulk sediment leachate
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(3 AYAE FEA9 AEF Ak

Nd &9€a nE 243 2= Al5e] tsto] HHE Y FE oA FE2ARE F 8] 2
EF Y4 (Rare earth elements, REE)9] F%EE5 EX3tHTable 7.). JEF 9425 717]
ppb &9l, 5 ng per gramo 2 FA|SIGATE EE A7 HolHAAN IJEF ArE Aol &
T v7F fARSE dElE B 9ith La, Ce, Nd= Pr, Sm, Eu, Gd, Tbh, Dy, Ho, Er, Ybe] &%=9]
oF 108 ©¢], Tm, Lu®l X2 oF 1008 @99 & 713 Aoz eyt

Fig. 5.9l= IJEF 9259 H%ZE Post-Archean Australian Average Shale (PAAS)2] 3]
EF 94 Fxd i3 v 2 yeElW PAAS-normalised REE patterne 9AH &0 upg} e}
yolth PAASS 3 EF Ui % S Nance and Taylor(1976)9] #g o] &3t tt(la
380/ Ce:8.0/Pr:89/Nd:320/Sm:56/FEu:11/Gd: 47/ Tb: 077/ Dy :
44 /Ho 10/ Er 29/ Tm : 05/ Yb : 28/ Lu: 05). Fig. 5.el& sAlol 243
3k Set & Zt7] &b e = <¢kel patterne AT ZF 2@ mil, = 7 AE Set
Ul Al Abolell fAFgE FEj €] patterns gl o glom o] FHE AR thE HAF Set A
oje = FAsHA UEtHH. dARME F£o g La%-¥ EuZbA PAAS-normalised
#kol F7ketal Eut¥ Dy7bAl Hl=ebAL ofzk Btk Dy%H LuZtAE +

A8l gastnl o W Ybi oA AAME Tmel #udh ok BAY vsg $E02 v

g2
pocs
filo

iy
P~
ol
rlr
Y,

[o

S ER dias A Al 7HA asoe2 #5425 ok AV 7 LREE I3 s 93
M35 7F 22 Lad}t Ce, Pr, Nd9o] €47} MREE 19+ Eu, Gd, Tb, Dyl ¥4, FA7F F
A% HREE 5ol f9AM 37 2 Er, Tm, Yb, Lue] &3t} wef AlRe] 7 JEF 94
o] "7} PAASS} H]=3t A =S §X 3 PAAS-normalised patterne 33 Aoz el
g Aoy}, Fig. 5.2] PAAS-normalised REE patternol A= &35 MREE”Z} LREE® HREE
of Hl3) ¢ & HE 7HAA dSS & F o olF MREE-enrichmentelil FEtr} =,
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o FgE molm gl

_27_



Set-No. Depth La Ce Pr Nd Sm Eu Gd Tb Dy Ho Er Tm Yhb Lu

[cm] 139 140 141 146 147 151 160 159 163 165 166 169 173 175
2-1. 61 2.18 4.93 0.60 2.61 0.66 0.17 0.69 0.10 0.54 0.09 0.23 0.03 0.16 0.02
2-2. 121 1.31 2.96 0.37 1.55 0.38 0.10 0.39 0.06 0.31 0.05 0.13 0.02 0.10 0.01
2-3. 181 2.37 5.37 0.66 2.84 0.71 0.18 0.72 0.10 0.57 0.10 0.25 0.03 0.18 0.02
2-4. 241 2.15 4.81 0.61 2.67 0.67 0.18 0.73 0.11 0.59 0.11 0.26 0.03 0.19 0.03
2-5. 361 1.92 4.33 0.54 2.31 0.58 0.15 0.59 0.08 0.46 0.08 0.21 0.02 0.15 0.02
2-6. 421 2.27 5.05 0.64 2.81 0.73 0.18 0.80 0.12 0.65 0.12 0.30 0.04 0.22 0.03
2-1. 481 2.83 5.90 0.81 3.61 0.97 0.25 1.11 0.17 0.96 0.18 0.49 0.06 0.37 0.05
2-8. 541 2.38 5.25 0.75 3.40 0.94 0.25 1.11 0.17 0.99 0.19 0.51 0.07 0.41 0.06
3-1. 21 1.89 4.16 0.51 2.24 0.56 0.16 0.62 0.09 0.47 0.08 0.20 0.02 0.13 0.02
3-2. 81 2.02 4.42 0.55 2.44 0.61 0.17 0.69 0.10 0.52 0.09 0.23 0.03 0.16 0.02
3-3. 140 1.90 4.18 0.52 2.34 0.59 0.17 0.68 0.09 0.52 0.09 0.22 0.03 0.16 0.02
3-4. 260 1.84 4.16 0.51 2.29 0.58 0.16 0.65 0.09 0.49 0.09 0.22 0.03 0.15 0.02
3-5. 320 2.11 4.60 0.58 2.60 0.66 0.18 0.74 0.11 0.58 0.10 0.26 0.03 0.18 0.03
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3-6. 441 1.75 3.88 0.49 2.25 0.59 0.17 0.70 0.10 0.56 0.10 0.26 0.03 0.20 0.03
3-7. 521 2.98 5.89 0.86 4.07 1.09 0.30 1.36 0.20 1.16 0.22 0.57 0.07 0.45 0.06
4-1. 41 2.21 497 0.61 2.62 0.64 0.17 0.67 0.09 0.51 0.09 0.22 0.03 0.14 0.02
4-2. 160 2.07 4.70 0.57 2.49 0.63 0.16 0.64 0.09 0.50 0.09 0.21 0.03 0.15 0.02
4-3. 221 2.13 4.89 0.59 2.97 0.64 0.16 0.66 0.10 0.52 0.09 0.22 0.03 0.16 0.02
4-4. 281 2.46 5.60 0.68 2.99 0.74 0.19 0.77 0.11 0.60 0.11 0.26 0.03 0.19 0.03
4-5. 340 2.17 4.87 0.62 2.68 0.68 0.17 0.72 0.10 0.57 0.10 0.25 0.03 0.17 0.02
4-6. 380 2.29 5.19 0.65 2.88 0.75 0.19 0.81 0.12 0.65 0.12 0.29 0.04 0.21 0.03
4-7. 461 2.04 4.49 0.59 2.62 0.69 0.18 0.76 0.11 0.61 0.11 0.28 0.03 0.20 0.03
A-1. 0 2.61 6.04 0.71 2.93 0.70 0.17 0.71 0.10 0.57 0.10 0.26 0.03 0.22 0.03
A-2. 1 6.25 14.40 1.70 714 1.72 0.43 1.80 0.26 1.43 0.26 0.65 0.08 0.54 0.06
A-3. 51 7.76 17.42 213 9.17 2.26 0.58 2.38 0.34 1.85 0.33 0.80 0.10 0.59 0.07
A-4. 101 8.31 18.54 2.32 9.91 2.45 0.63 2.96 0.37 1.98 0.35 0.87 0.11 0.66 0.08
A-5. 191 6.62 15.30 1.89 8.17 2.09 0.53 221 0.31 1.69 0.30 0.74 0.09 0.58 0.07
A-6. 301 7.78 17.64 2.19 9.45 2.37 0.59 2.46 0.35 191 0.34 0.84 0.10 0.66 0.08
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A-T. 401 9.39 21.50 2.70 11.76 3.04 0.76 3.33 0.48 2.67 0.48 1.20 0.15 0.91 0.12
A-8. 456 13.25 29.03 3.82 16.64 4.32 111 477 0.71 4.01 0.73 1.89 0.24 1.53 0.20
A-9. 501 17.17 31.33 5.10 22.76 6.04 1.56 6.87 1.02 5.88 1.09 2.87 0.37 2.27 0.30
A-10. 545 10.15 21.95 3.13 14.25 3.94 1.02 4.68 0.70 4.10 0.79 2.13 0.28 1.76 0.24
B-1. 31 8.65 18.30 241 10.45 2.59 0.66 2.70 0.39 2.12 0.37 0.92 0.11 0.64 0.08
B-2. 131 8.18 18.44 2.28 9.78 241 0.60 2.50 0.36 1.98 0.35 0.86 0.11 0.63 0.08
B-3. 171 7.27 16.83 2.08 8.99 2.28 0.57 2.42 0.35 1.93 0.34 0.84 0.10 0.62 0.08
B-4. 266 7.70 17.51 2.17 9.34 2.30 0.58 2.39 0.35 1.90 0.34 0.84 0.10 0.63 0.08
B-5. 331 6.35 14.02 1.82 792 2.01 0.51 2.17 0.32 1.76 0.31 0.79 0.10 0.58 0.08
B-6. 371 7.95 16.92 2.15 9.48 2.43 0.62 2.65 0.39 2.15 0.39 0.97 0.12 0.72 0.10
B-7. 431 7.99 18.21 2.31 10.15 2.65 0.68 291 0.43 2.40 0.44 112 0.14 0.84 0.11
B-8. 471 7.37 15.82 2.17 9.62 2.58 0.67 2.96 0.44 2.52 0.46 1.21 0.15 0.94 0.13
B-9. 531 5.89 12.76 1.83 8.25 2.34 0.61 2.81 0.44 2.58 0.50 1.35 0.18 1.11 0.16
C-1 71 9.27 20.92 2.58 11.17 2.80 0.71 2.95 0.43 2.34 0.41 1.02 0.13 0.74 0.10
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C-2. 156

C-3. 211
C-5. 291
C-6. 351
C-17. 391

9.69

8.12

3.32

7.95

6.54

22.30

18.64

7.56

17.63

14.94

2.83

2.33

0.93

2.27

1.88

12.33

9.93

4.04

9.90

8.23

3.12

247

1.03

2.57

2.14

0.80

0.61

0.26

0.65

0.54

3.32

2.95

1.09

2.78

2.27

0.48

0.37

0.16

0.40

0.34

2.58

1.98

0.87

2.22

1.87

0.45

0.35

0.15

0.40

0.33

1.12

0.85

0.39

0.99

0.85

0.14

0.10

0.05

0.12

0.10

0.79

0.62

0.28

0.73

0.63

0.11

0.08

0.04

0.10

0.08

Table 7. Rare earth element concentrations of all analysed leachate samples in ng per gram.
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Fig. 5. Post-Archean Australian Average Shale (PAAS) normalised
extracted REE patterns
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A 44 E2

(1) Age Model

5] = : =g
o] wj$- F23lth, ARA02B 01A-GC2] At MC AMS datings 7IHte 2 A gt &=
ol MC AHE AHgEy] 9l e sl ' 4 reservoird] E S
b A o] g Aol I FX9 FF, B/ B sF &8 G sl &=
gk gk el o8 QoW sl Lol B UW ojibstek A ThaTt 559 reservoirs
S 7HA1 7171 % SR (Wang et al., 2013).

ARAO02B 01A-GCe] dd] 292 931 cal. ky BP. & %7] 2 M 7}A] o] &t} Fig. 6.0 <
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Fig. 6. Age—depth relation of sediment core ARAO02B 01A-GC
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(2) HHE o FZ5 80 815719 74

A HAHE 7Fed sl AAAES Fe-Mn oxyhydroxide coating®ll al@3dl= A ES
FEU7] gt =AH FEHS AFESIAT 2y o] HHE Y FE ol 3571 #AA4A
ol ofd Aol Ao HIH }e dS F Ut EdanTE EATFH(Kraft et al, 2013).

AEA HAE T sIdEA T 2ol fA &aH7] AL BT AEY deE FdEH7
A thEo FAA mE MAE Fe-Mn oxyhydroxide coating® 7S AEEo] F23 T
o]}
wpeba] 2 Aol A= HH o o o)
27F Atk o5 98 WA HHE 9 FF999 ¥Sr/PSr v sels B dth(Fig. 7). BE
EH7b dd e fgry =2 g =9 deolg 25 Aejgrtd 1 A
H ARE W53 otk olgdk UGS HHEYW FEH0 A4 HHE Sr 59U4

= HolEr 22y Srol Hlel Nd d4av A48 A8
Fe-Mn oxyhydroxide H-#-o A33] =& n&2 &3t A @8] Sr 5994 Hv]7F Nd
AU R A HAHEY] IS o ZA Y] Aoe Aotk webA A HAE
o] F&F EAoll Sr #dAL Bl E AFRSHY] flElA = HHEY FE43 gEo] A4 HA4E
o] Sro] dFY FAPA ¥ FHS o83 mass balance ALF Sol FrHH oz g TFHT
(Gutjahr et al., 2007).
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Fig. 7. Sr isotopic composition of bulk sediment leachate samples.
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Fig. 8. eng of surface sediment samples in the modern Arctic sea (modified from
Haley et al. (2013)).
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Fig. 10. Sea-level data from Chukchi Sea (from
Keigwin et al. (2007)).



Yamamoto et al. (submitted, b)) a1 Fole] HAEZHY F&E v =, Quartz/Feldspar
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Fig. 11. Nd isotopic ratio from leachate fraction and Quartz/Feldspar ratio from clay (data

from Yamamoto (personal communication)) of ARAO2B 01A-GC.
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