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(57) Abstract: The present invention relates to a ternary elastomeric copolymer having a long-chain branch, obtained in the presence
of a group IV transition metal catalyst, and capable of achieving both excellent processability and excellent elasticity (flexibility),
and a method for preparing the same. The ternary elastomeric copolymer is a copolymer of ethylene, an alpha-olefin having 3 to 20
carbon atoms, and a diene, i) having a weight average molecular weight of 100,000 to 500,000, measured by GPC; and ii) capable of
having a positive value on the LCB index, which is the ratio of a first harmonic of the storage modulus of elasticity measured by a
rubber process analyzer at 125°C, using the Large Angles of Oscillation and high Strains (LAOS) method, with respect to a fifth har-
monic of the storage modulus of elasticity.
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[L-HI*[ZA4) =2 [L1'[ZA4)°
A7) 88 solA, Le FA TE go|i Folx aloli; HE
Fa Axlold; 7& 13F Ao A
77t EgHoz 1 o4y Fa Azt =4, @

galrs, EFA B HAF5AE A B H X" g4F 6 WA 209

K
=
rr
=
I
ot
e

dze  AELFrEAL,  JdEdFuEAt, o]AREEFRHEA EE
FEEFU =N 52 & F U

B, A7 g9 42 ZAE e SREY dEe, EddddReE,
EgoddFulE Egolafd YT g, EYzede¢Frg
EYRELFrE, HUEERELTFE, EYolAZR2IYRrE, E-
s—RESFUE EYAEZEALEL T F, EdaddFug,
Egoladd dFF, EYdddFug, EgsddFrgE,
deduEddFrig, HEHAEEFrE, EIALELFrE, Ef-p-
EEYFUF, HeE dFrEr S =, Hed &F o g SA =,
EdUErEE, EFdERE, EoAFEEE, EIZIIHE Tt
EYFEEE F& B 7 I, o FAAER EAELFUE,

g, A7 FEh 52 BAlEE dYgEd EESHE AR
Fol=d FH Thed WY AL Soled EFIY. AHHEFI Fol2e
AZ17F WA A9 £85E XYete 9 HidEEAH HEdES
grote Aok, 53], Fol FEdd 9d F& dAE FHske
gehEol 2 AREEHI . ol BHAA, A7) FIH 52 BAIHE
dEEs 9d T4 dAE Taste wHZESA Hadees EFste
o125 T ol HHE3 ALgE & U

ol IFESL FAHYA d=EA, ElLHIEREHEY FF=
EYUEYdEs HEA(AGEFLZAD)EYCIE, EdEdUYEF
HESH/ 2(HEEF L2 ) B olE, EYZEIYEFE
HEH| &(AEF L2 E) U E, Edn-FRYE
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HEZS7| (et EF 229 d) ol E EY-FE)YEE
HEZ7 2 (dEEF 2o d) Bl E, N N-trld ot d el &

HEZH7| 2(HelE2F 25 d) ol E, NN-dedobd e n-
FHEA(HEEF o2 d)ReolE N.N-tid Eold 2l

A EA(HEFZROZHE)REHCIE, NN-tddoldals HEZHI2U4-
(t-FEddaxdd)-2,3,5,6-HESHEZFLLEZHL)R 0 E, N,N-

teldotdel g HEg 7| A(4-Egol AT 2P A ™)-2,3,5,6-

HEFZZoaHd)RegolE NN-"edold 8w

A EFL2HSAE 2 (WEEFL

HEZI|&(ABEF L2 ) E
Egudoelde]s HEZHIA(HEEF
HEZ]2(2,3,4,6-HESZE=0 23 Q) R0l E,
HEZ7]2(2,3,4,6-HESEZF 2B 0| E,
BlEab7)2(2,3,4,6-HEF 220 23 d) B g|o] E
HEZG72(2,3,4,6~HEHFZZ2 028 d)RFE,

lk

[kl

[Fl

1!:1

ZHd)R g olE,

giﬁl‘é)iaﬂ ol E,

N.N-tJelHold el F
N.N-tHE-2,4,6-
ErddEE
ElEIEsE

EYTEddEyE
E(n-FE)YEF

Hed(t-FE)YEg

HEZ7]2(2,3,4,6-HEMEF L2 D) B0 E NN-trdold e &
HEe72(2,3,4,6-HESEF L2 ) H ) E, N.N-teldold 2l g
HE72(2,3,4,6-HESEF L 29 d) H o] N N-HHE-2 4,6~
Egudotdalyw HEZ7]2(2,3,4,6-HESGEF LRI E)HHIE,
AW Ed=s HEZ| 2 (HE S F 2 )R o E,
EHAYHEdEE HEZ7)| A(HEEFL2H D) B0 E,
HEgHAYEd s HE | &(ABEF L2 L) Bl E,
A AU SR HES| 2(AHEF L2 )R E,
SEHHAUHE G2 g HED7| A(HESFL2H D) B0 E,
dolZATHELEF HEH7| 2 (FESFLE )R E,
= =ReRe PSR -R= HES| 2 (AEEF L2 E) B0l E,
Atz ddEE HE27| 2 (HEEF L2 H )R ol E
et Eet A YT E HEZA(AEEFo 2 )R ol E
o g o] AL e A A B E HEZ7| (A EFLE2H ) 2ol E,
o gl t] L el Al oF 2 HES7 A(HEFEF L2 D)o E,
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EPAYEE HEGNA(AEZSZFOEAI)RGE, EJEdASEE
HES7| A(ABEF Q2 E)EHO|E, EaEﬂEE}HW%E%
HE | A(AEEFLRH ) Bl E, Egldidd g =g
HEZ7| 2 (FEZ2F L2 )R E, EYEHAdYEE
HEZGI 2(HEEZF 2 d )R olE EgoolzdUEE
HEZ7|2(FEZFo2Hd) o E gAY (n-FE) 425
HEZ7 (A EF 28 E) B0l E EUAdY-FE)YEE
HEHI| A(HAEIZ 20 29 d)R ol E SEHAY -FE)UEF
HEZIA2(FEZFZd ) B E N N-tEddotdEl &
HEZGI|A(AELZF o ZH Y )R E N-te-N-Z Aol d e &
HEZ7|2(AEZEF o2 d) ol E EE Heao(Edd)dEF
HEG7A(AEGEZ02HY)HYE 5L o2 & &+ Ut

g, ded A2 s Aol = O-(i-Z289)92 5
HE7| 2(HEEF 0 2 d )R olE e OAERHAUYE T
HES/NA(AEGEF22HE)HYE T8 d2 & F Aot

a1, NERERY 7ol = ERLE
HEZ/|A(HEZF L2 )R E, EgudrE s
HE 7| 2(AEF L2 D) R olE EE A (H otz F)
HEG7|A(HELZF o 2HE)HHOE T8 2 & F ot

g, Aeg 3dA B84 FFFAY Az WA, ded A1
A 2 Aolg& &gtEd, Maxozr z=En IJFEL Zdsc Fd
ZARAEL, dE o, A7 A1 2 A 2 AolgE dFEH, 7] 3
3 EE 3 49 &5 FFES AFAA EFES I Al # A7
TYgE 47 2 59 z=v F¥EL HUste BAE EFsie
HHog AzE & o

£, A7 2o 2AZCAM, 47 A 1 HolgE sEE Al 2
Molg4 FEY BHE 9 10 0 1 WA 1 : 1022 = F S, 47 A
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[(1,2,3,4-HEgsIe|=27EH -3~ HEHHE A ZZ HEIT] ol 2~
o }5, Al o}-N1E] e} & oo g ([(1,2,3,4-Tetrahydroquinol in-8-
yl)tetramethylcyclopentadienyl-eta5,kapa-N]titanium dimethyl) = [(2-
A AED-7-D) B Ect A ZRAr T ol d-ol €5, AS-NIE|EF g oivlg
([(2-Methylindolin-7-yl)tetramethylcyclopentadienyl-eta5,kapa-

Nltitanium dimethyl)& A}g3on, ZZFv 3JIJFEZE N N-

Hegold e g HES7| A(HEEFoEHE) B E L
EolaRdERuES AFESIAT. 471 Al 1 R Al 2 Ho|g& IFFELS
d= 53 TF A 0,976,131 T AAld 2 FH 14} T YHo R

Azste] AL, A7l 2Fu FFEL oI I EF FTF A
0,820,542 9 AAld 9ol Alg®E AP} Y3} 2o FFEL
A zskod AFEEFAT

<gAldl 1 WA 6> JdEd, TEI ¢ 5o d-2-xrn 9

397 a4 FFEA A=
oL ¢+ wres|= O]%—S}oq, A&Ho2 oddl, Tzgd 9 5-
%

2] 4=
75 IgERE, Ae3 [(1,2,3,4-

HEZ S| =2 d5d -8-A)El EctH| B A E 2 e ol d-<l El5, 7| 1}
NIElels dHd 9 [(2-HEdEA-7T-Y)HESHEA S EHEH ol d-
o els, Av-NElelw HrlEE ditel FlE FE= A3 AIZES

24 WA 60umole £EEZ HEE7]o EASAPT. E, FZ=uj ﬂ%%i%

&g N N-tudoldal s HEZSY A(AEEF 2 )R] ES

E7del $69 FUE AT, AT 105 WA 270umold HEE
1Al zEzu] FIAEEA A=

AR ARSI, AlZFY 1800
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aga, 5-olggd-2-=Bdle AP 80 WX 250g9] £EZ HHg7]d
A

7] W] FF5F 2EE 160T ZWolA s-oldEd-2- 1 Byl o

TH £EE Inl/min¥-E 0.5mL/min® Z=7FA17]HA] 130 WA] 160°C Alo] =
A3t
A

<"Hlad 1 WA 7> FL&std odd, T=dq 9 5-oggd-2-
xR 394 g FFRA '

HE2A FoiE Azxd o= e Agstd EPM 37
Exxon®] V-2502% W|ilel] 19| 3¢4 &4 FF5FANZ ¥ 1, Bl 2-7&
24 ZojE Axd Ao ¢#Hz A&3stE EPDM 325 Dowe] 3722,
4520, 4640, 4725, 4770, 45702 w=3bul2 wlad] 2004 774X 39UA| B©A
FETAZE 3.

<t & A43d odd, Tedd 2 5z d-2-xB 9

Gy A8d"E EPDM 1F<

<Aldg o 1> LCB Index? =
AAle g wladex dojzxl FFFAHE SCARABAEUS INSTRUMENTS
SYSTEMSS®] SIS V-50 1% 7F&A2] #217](Rubber Process Analyzer)®E
a7 2Z(125T )9t Frequency(0.2Hz)oll A 2E# 2 (strain)< 0.2% A
1250%7+2]  ®igtst@A  dAd AFEHEe] AFS AU, a8,

53" AdedeEs FT W@ 13 ax%(Harmonics) H - 53
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}(Harmonics) & &% 5, 5aF 1xRvo izt A A& 13
ArEele 7] B 13 = 19 YERYA .
o] W, &A"E A vBAEL&e 1x 1ZIH(1sr harmonics)9 5xF

nz%E 4z ¢, G 5 ol AYEH, LB IndexE 37 W] 12

LCB Index =G 1/ G 5

<A g4 2> X A% (dynamic complex viscosity)d &3

E AW % (dynamic complex viscosity)e ASTM D6204-01¢ utz}f
IF7 s8] E47](Rubber Process Analyzer)E AMg3lo FHA33T.
Monsanto A}F9] RPA2000 MV 2000E Aw|ZdS A&, SAHAMILS
AR Al (Irganox 1076) 2 A ek 35 AES ZHL 258 o] &3
MNERZ AZsta ol& 125TelA 7% ¥ P (strain) E 0.1-210 rad/s 9
Fa ool FHHZ(dynamic complex viscosity) & FASAG.
AAle] R vud e z+ FFEAY ZAFF Wl ek 545 = (dynanic

complex viscosity)## T X+ 37] ¥ 2, ¥ 39 YEFHRI.

A4 3> FHARY =4

AAld B oBndeN Qo FEFAY FH HEE 125ToA
ASTM D1646-04 ZASte] BALE Au2000 Fv]E o]t =Hstn 37
19 e

<ANEd & TF JF EAFY &4

=438k, 71 E 201 JEMRIT. ojwl, 2%+ 160ToIAR L,
1,2,4-Ex) 222948 &2 A}L3le 1.0ml/mind] FH22 A4S H.

23
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Aga | zzaa |0 00 | euac
2-=R LCB Index
wt % wt % wt % | 1+4 @ 125C
AA 1] 67.5 23.0 9.5 87 0.82
AAld 2| 66.3 21.9 11.8 81.4 0.19
A 3| 52.9 42.3 4.8 28.1 0.82
AAld 4| 53.9 41.3 4.8 28.4 0.8
AAle 5| 55.9 39.1 .5 22.7 0.73
AAd 6| 555 39.5 5 41 1.24
Bl 1| 48.7 47 4.3 25.5 -1.01
L] 2 71 285 | 0.5 18 -0.08
Bad) 3| 47.1 47.3 56 21 -1.69
Hlae] 4 | 51.2 43.6 52 39.4 -1.23
vl 5| 69.5 25.4 5.1 25.8 -1.1
v W 6 70 25.1 4.9 70 -0.47
Bl el 7 50 45.1 4.9 70 -1.03
Wsa 8| 54 e 13 %8 | -0.53
[E 2]
AT F4Hx(Pa-s)
AAld | ZAldl | AAl | Al | AAld | AAY 6
1 2 3 4 5

1.0rad/s 141,924 | 58,587 | 40,730 | 36,331 | 39,979 | 33,089

100.0rad/s 4,301 3,437 2,071 2,559 1,507 | 1,498

" 11.0-100.0 137,623 | 55,150 | 38,658, | 33,772 | 38,472 | 31,591

ZFPFEAF | 290,000 | 260,000 | 130,000 | 129,000 | 120,000 | 170,000 |

* R E5T 1.0rad/sol A1 < TAAE a7t X &5
100.0rad/sol A9 FHHE gk Zo]gholt}.

[¥ 3]
A 55 ZHHAE(Pa-s)

24
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H o 2 Hlwe 3 | vlmd 5 | Hlad 8
1.0rad/s 23,335 22,130 30, 187 28,146
100.0rad/s 1,588 1,697 1,924 2,506
* 11.0-100.0 21,747 20,433 28,263 25,640
THHTEAZ | 120,000 120,000 133,000 | 194,000
* 25T 1.0rad/sol A ¢ EAAE Pt IR Z 2=

100.0rad/soll M ] S2HE gt Aolgtoltt.

a8, 47 B 2, % 3& Faskd, dAld 1 WA 69 T A=

1.0rad/s % 100.0rad/s ZAFFNA FHHE k9 =Fol7F 30,000

25
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(533749
[ 1]

5 i) GPCE =43 2% HF Ex1Fo] 100,000 =] 500,0000] 1,
i1) LAOS(Large Angles of Oscillation and high Strains) W<
o] &8l 125ColA F 7FFx8 2247 (Rubber Process Analyzer)Z
Q¢ AY @489 53 nze g AL B4ed 13 nEde
H-&<l LCB Index7t &9 @& Ze, 394 &4 3FTA.
10
[ 73 2]
Al 1 gl eiA, A7) LCB Index:s 0 23 5 o]&te] & zZ:=,
397 B3 TEFA. |

15 (7 3]
A1 &l glelM, 125CAA 1% shEH e 2417](Rubber Process

Analyzer)2 =A% 1.0rad/s ¥ 100.0rad/s9 ZXFFoA e FHHE
z}ol 7} 30,000 Pa - s o]AFQl 394 @A F=3gHH).

20 [T 4] ‘
A1gkel UdolA, 7] 1.0rad/s ZAFFolAe FXHHEE 30,000

Pa s o]AQl, 3¢ &A F5T4A.
[ +3 5]

25 A1grel QoA A7 100.0rad/s ZHRAEZ A2l BHHREE 5,000

Pa-s o]3tel, 3¢4 &4 F5FA.

A1 el oM, Y] dlgd, ga 3 WA 209 ¢ukedd B
30 gde AT 40 WA 70 FBe LA, 15 WA 55 FTF09

26
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F 3 U 209 gIedd 2 0.5 WA 20 530 Yy

(A3 7]
A 1 3o oA, 0.840 WA 0.895 g/em® o LEE zt= 3974

B4 3.

[787% 8]
A1 el delA, 5 WA 1809 -‘?—wgt(1+4@125c =

g4 T2,

FIF
w
(o,
ax

(473 9] |
A1 gl oA, 2 WA 49 B4
FEYA .

M
H!
il
)
rlr
Lo
(o
)
s}
ox,

[ 7% 10]

A 1 gl oA, eyjgHHe Tzhd, 1-3d, -84 L 1-
sdloz olRolnl T Meg 1% oldolm, g s-olgadl-2-
EE, S-MEdA-2-mE2d 2 4-FAhel o g o] R3] oA HAEE 1F
142l 397 B BFEA.

=
o

e

[+ 11]

7] sheta) 12 EASE Al 1 dolgE 3FE F 7] 54 22
FASE A 2 AolES ARES XYFE Fv) 24EY A el 40
WA 70 5B WA 209)

pe] olgd, 20 WA 50 % ©AF 3
2 WA 20 99 Yde IFFE dHA] FAHAES
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