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Description
Technical Field

[0001] The presentinvention relates to room temperature curable silicon group-containing polymer compositions which
are effectively used as elastic adhesives, sealing materials, or coating materials.

Background Art

[0002] Among reactive silicon group-containing organic polymers which are liquid at room temperature, there is one
that cures by contacting moisture (hygroscopic moisture) in the air, to thereby produce a rubber-like elastic body, which
requires no troublesome tasks such as weighing or mixing base polymers, cross-linking agents, catalysts and the like
right before the usage, and there is no chance for an error in blending. Further, since being excellent in adhesiveness,
it is widely used as an elastic adhesive and a coating material in the electric and electronic fields, as an architectural
sealing material, and the like.

[0003] One-component room temperature curable polymer compositions in which amino group-substituted silanes
(amino group-containing silane compounds) are blended as components for enhancing adhesiveness are proposed (For
instance, refer to Patent Reference 1). The room temperature curable polymer composition is good in field workability
since it has low inflammability and small harmful effect, and also its curing speed is not too fast. Further, as components
for enhancing adhesiveness, various organic functional silane compounds, other than the amino group-substituted
silanes are proposed.

[0004] However, in the room temperature curable polymer composition described in Patent Reference 1, although the
initial adhesiveness is good, since it is poor in water resistance, specifically, in hot water resistance, the adhesiveness
is significantly lowered in water immersion condition. Further, each of the aforesaid room temperature curable polymer
compositions in which organic functional silane compounds other than the amino group-substituted silane are blended
as the components for enhancing adhesiveness cannot attain a sufficient expression of adhesiveness.

[0005] Further, in organic polymers having reactive silicon groups, tackiness tends to be remained on a surface of a
cured product, so that the surface of the cured product is contaminated by dirt, earth and sand, dust and the like adhered
thereto, resulting that the appearance is apt to be impaired, which is disadvantageous.

[0006] In order to reduce such residual tack, conventionally, various studies have been conducted regarding a com-
position of silicon compounds, a selection of kinds of curing catalysts, air-curing and a blend of dry substance, and the
like, and some proposals have been made. For example, there have been proposed a curable composition in which
compound having silanol groups and compounds having air oxidation curing unsaturated groups are blended with
oxyalkylene polymers having reactive silicon groups, to thereby improve non adhesiveness of dust and the like (stain-
proof property) (for instance, refer to Patent Reference 2). Further, there have been proposed a room temperature
curable composition in which light-curing substances and unsaturated compounds capable of reacting with oxygen in
the air are blended with polyethers each having one or more of (a) reactive silicon group(s) in its molecule, to thereby
enhance a contamination prevention effect (for instance, refer to Patent Reference 3). Furthermore, there has been
made a proposal to improve the residual tack and further to enhance a weather resistance by blending acrylic compounds
(for instance, refer to Patent Reference 4).

[0007] However, there has been a problem that during the storage of these curable compositions, a liquid separation
and the decrease in adhesiveness are likely to occur. Further, since the curing property is hard to control, there have
arisen problems such that not only the sufficient workability cannot be attained, but also fine cracks tend to be made on
the surface of the cured product. There are some of the curable compositions which lack sufficient mechanical properties,
durability, and the like of the cured products.

[0008] In addition, these compositions often require a control of modulus according to the usage, in which the com-
position with low modulus is needed especially when it is applied to a siding, or to a region where stress relief is required.
Itis hard to realize the low modulus in the curable compositions in which the residual tack is improved, and further, some
of the curable compositions lack the sufficient mechanical properties, durability, and the like of the cured products.
Further, the tack often remains on the surface of the cured product of the composition with low modulus. In reality, there
have not been obtained curable compositions achieving both the improvement of residual tack and the low modulus.

Patent Reference 1: JP-B2 3343604 (Patent Publication)
Patent Reference 2: JP-A 02-117954 (KOKAI)
Patent Reference 3: JP-A 03-160053 (KOKAI)
Patent Reference 4: JP-A 05-065400 (KOKAI)
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Disclosure of the Invention

[0009] The present invention has been made to solve the aforementioned problems, and an object of the present
invention is to provide roomtemperature curable silicon group-containing polymer compositions which are good in curing
property, excellent in adhesiveness and storage stability, and good in water resistance, in which the adhesiveness is
not decreased even under water immersion condition. Further, it is also an object of the present invention to provide
roomtemperature curable silicon group-containing polymer compositions capable of controlling modulus so that a suf-
ficient mechanical strength can be realized at low modulus, and eliminating a residual tack on a surface of a cured
product. Itis also an object of the present invention to provide room temperature curable silicon group-containing polymer
compositions which are good in curing property so that the residual tack and fine cracks on the surface of the cured
product are prevented from occurring, and are excellent in adhesiveness and storage stability so that the adhesiveness
is not lowered even under the water immersion condition.

[0010] A first aspect of the present invention is a room temperature curable silicon group-containing polymer compo-
sition according to claim 1.

[0011] A second aspect of the present invention is a room temperature curable silicon group-containing polymer
composition according to claim 6.

[0012] The room temperature curable silicon group-containing polymer composition according to the first aspect of
the present invention can attain good expression of initial adhesiveness and is excellent in water resistance, especially
in hot water resistance, so that the degree of decrease in adhesiveness is quite small even under the state of being
immersed in water such as condensation water.

Best Mode for Carrying out the Invention

[0013] Next, preferred embodiments of the present invention will be explained. It should be noted that the present
invention is not to be limited to the following embodiments.

(First Embodiment)

[0014] A room temperature curable silicon group-containing polymer composition according to a first embodiment of
the present invention comprises (A) a reactive silicon group-containing polymer, and based on 100 parts by weight
thereof, (B) 0.01 to 10 parts by weight of a curing catalyst, and (C) 0.05 to 25 parts by weight of amino-functional
organosiloxane. The reactive silicon group-containing polymer being the component (A) is obtained through a urethane
reaction between (a1) polyoxypropylene polyol whose number average molecular weight is 500 to 50,000 and (a2) y-
isocyanate propyltrialkoxysilane.

[0015] One component for preparing the component (A), namely, the (a1) polyoxypropylene polyol has a plurality of
oxypropylene units. In the first embodiment, among the commercially available polyoxypropylene polyols being widely
used as aurethane raw material, the one with the number average molecular weight of 500 to 50,000 is applied. Concrete
examples include polyoxypropylene polyols such as polyoxypropylene diol, polyoxypropylene triol and polyoxypropylene
tetraol, polyols being copolymerized polyols of polyoxypropylene and other alkylenes such as polyoxy (propyleneethyl-
ene)copolymerized polyol in which the oxypropylene units account for more than 50 mol%, substantial polyoxypropylene
polyols in which polyoxypropylene polyols are subjected to molecular weight jumping using diisocyanates or the like, to
thereby increase the molecular weight, and the like. Note that for the copolymerized polyols of polyoxypropylene and
other alkylenes, not only a block-type polymer but also polyoxypropylene polyol with other alkylene oxides added thereto
can be used.

[0016] In the first embodiment, each of these polyoxypropylene polyols is necessary to have a hydroxyl group at an
end of its molecule. Among these polyoxypropylene polyols, the one being excellent in fast curing property and storage
stability is polyoxypropylene diol with number average molecular weight of 5,000 to 30,000, and as concrete examples
thereof, PREMINOL 4010, PREMINOL 4019 (both are the trade names of Asahi Glass Co., Ltd.), and the like can be
cited. Polyoxypropylene diol having a molecular weight that falls into the above range achieved by making polyoxypro-
pylene diol with low molecular weight go through the molecular weight jumping reaction using diisocyanate, can also be
suitably used.

[0017] In the first embodiment, the other component for preparing the (A) reactive silicon group-containing polymer is
the (a2) y-isocyanate propyltrialkoxysilane. Especially suitably used is y-isocyanate propyltrimethoxysilane. The blending
ratio of both the components is not limited in particular, and to blend both of them so that a ratio of the number of
isocyanate groups (NCO) of the (a2) y-isocyanate propyltrialkoxysilane to the number of hydroxyl groups (OH) of the
(a1) polyoxypropylene polyol (hereinafter, refer to as NCO/OH ratio) fallsintoarange of 0.6 to 1.2, 0.8 to 1.0, is preferable.
[0018] Concretely, when one kind of polyoxypropylene polyol is used, a hydroxyl value of the polyol is calculated, and
when two kinds or more of polyoxypropylene polyols are used, a hydroxyl value of the mixed polyol is caluculated based
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on a weighted average, to thereby calculate the amount of y-isocyanate propyltrialkoxysilane to be reacted so that the
NCO/OH ratio falls into the above range with respect to 100 parts by weight of the polyol.

[0019] Concerning the determination of the blending amount of the y-isocyanate propyltrialkoxysilane with respect to
the polyol, when the NCO/OH ratio becomes smaller than 0.6, the fast curing property of the obtained silicon group-
containing polymer is lowered, and the water resistance is also lowered due to the residue of the hydroxyl group, which
is unfavorable. Meanwhile, when the NCO/OH ratio becomes larger than 1.2, the storage stability is lowered due to the
residue of the y-isocyanate propyltrialkoxysilane. When the aforementioned (a1) polyoxypropylene polyol and (a2) y-
isocyanate propyltrialkoxysilane are blended so that the NCO/OH ratio falls into a range of 0.8 to 1.0, it is possible to
obtain the roomtemperature curable silicon group-containing polymer composition which is quite excellent in the fast
curing property, the storage stability, the water resistance, and the like.

[0020] For carrying out the urethane reaction, each of a predetermined amount of the (a1) polyoxypropylene polyol
and (a2) y-isocyanate propyltrialkoxysilane is blended, and stirred while being heated at, for example, 60°C to 100°C
for several hours. This reaction is preferably carried out in an inert gas such as nitrogen gas. Further, in order to catalyze
the reaction, a very small amount of urethane polymerization catalyst such as dibutyltin dilaurylate can be added in the
beginning or in the middle of the urethane reaction. A point where a value approximate to the theoretical amount of NCO
or the theoretical amount of hydroxyl value calculated based on the NCO/OH ratio is made to be an end point of the
reaction, to thereby determine the completion of the reaction.

[0021] When a mixture of polyoxypropylene diol with a specific molecular weight and polyoxypropylene polyol except
that polyoxypropylene diol is used as the (a1) polyoxypropylene polyol, the reactive silicon group-containing polymer
being the component (A) may be produced by making the mixture go through the urethane reaction with the (a2) y-
isocyanate propyltrialkoxysilane, or by making the polyoxypropylene diol with the specific molecular weight and the
polyoxypropylene polyol except that polyoxypropylene diol individually go through the urethane reaction with the (a2) y-
isocyanate propyltrialkoxysilane and mixing the obtained urethane compounds.

[0022] As a preferable mixing ratio, per 100 parts by weight of the polyoxypropylene diol with the specific molecular
weight, 5 to 200 parts by weight of the polyoxypropylene polyol except that polyoxypropylene diol is mixed. If the mixing
ratio is within the above range, properties such as the storage stability, the fast curing property, and the like of the
obtained (A) reactive silicon group-containing polymer are not impaired at all.

[0023] Thus obtained (A) reactive silicon group-containing polymer has a main chain being substantially composed
of polyoxypropylene, and a trialkoxysilyl group as a reactive silicon group-containing group, in which a methylene bond
and one urethane bond are located at chemically bonded portions between the trialkoxysilyl group and the main chains.
[0024] The reactive silicon group-containing polymer being the component (A) is represented by the general formula:

[Chemical Formula 8]

OR' ?HS (ID =y
| ,
RO— ?i —(CH)NHCOO—(CHCH,O), —CONH(CHQ)S—?I-—O R
o OR?

N £ 3]

(wherein R1s are the same or different and each represents an alkyl group having 1 to 4 carbons. n is a positive integer
which satisfies 86<n<344). Especially preferably, all of the R's are methyl groups. The reactive silicon group-containing
polymer is obtained by using y-isocyanate propyltrimethoxysilane as the y-isocyanate propyltrialkoxysilane being the
component (a2), and is good in the fast curing property and excellent in the storage stability.

[0025] When the number average molecule weight is made to be substantially 5,000 to 30,000 through the molecular
weight jumping reaction between polyoxypropylene diol with low molecular weight and diisocyanates, portions of the
main chain structure may be mutually bonded via one or more of chemical bond(s) other than (an) ether bond(s), such
as (a) urethane bond(s), but, as long as a polymer having a hydroxyl group at one end of its molecule and having a
trimethoxysilyl group obtained through the reaction between the hydroxyl group of the polyoxypropylene diol that went
through the molecular weight jumping reaction and the isocyanate group of the y-isocyanate propyltrimethoxysilane can
be ultimately obtained, the polymer is also included in the (A) reactive silicon group-containing polymer of the present
invention.

[0026] In orderto catalyze the cure, the (B) curing catalyst is comprised in the room temperature curable silicon group-
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containing polymer composition of the first embodiment. For the curing catalyst, known silanol condensation catalysts
can be used. For instance, there can be mentioned metallic catalysts such as titanate esters such as tetrabutyl titanate
and tetrapropyl titanate, organotin compounds such as dibutyltin dilaurate, dibutyltin maleate, and dibutyltin diacetate,
tin carboxylates such as tin octylate, tin naphthate, tin laurate, and tin felzate, reaction products from dibutyltin oxide
and phthalate ester, dibutyltin diacetylacetonate, organoaluminum compounds such as aluminum trisacetylacetonate,
aluminum trisethylacetoacetate and diisopropoxyaluminum ethylacetoacetate, chelate compounds such as zirconium
tetraacetylacetonate and titanium tetraacetylacetonate, lead octylate, iron naphthate, and bismuth compounds such as
bismuth-tris (neodecanoate) and bismuth-tris (2-ethylhexoate).

[0027] These metallic catalysts may be used singly, or two or more of them may be used in combination. Further,
known amine catalysts such as laurylamine may also be used. In the embodiment, among the above curing catalysts,
the use of tin carboxylates or organotin compounds such as dibutyltin dilaurate, dibutyltin maleate, dibutyltin diacetate,
tin octylate, tin naphthate, tin laurate, and tin felzate, reaction products from dibutyltin oxide and phthalate ester, and
tin-based catalysts such as dibutyltin diacetylacetonate is particularly preferable.

[0028] The curing catalyst being the component (B) is blended in an amount of 0.01 to 10 parts by weight, preferably
0.05 to 8.0 parts by weight, and more preferably 0.1 to 5.0 parts by weight per 100 parts by weight of the aforementioned
(A) reactive silicon group-containing polymer.

[0029] In the room temperature curable silicon group-containing polymer composition of the first embodiment, the (C)
amino-functional organosiloxane is comprised together with the above-described (B) curing catalyst. For the amino-
functional organosiloxane being the component (C), a hydrolyzed and condensed product of amino group-substituted
alkoxysilanes is used. Here, for the amino group-substituted alkoxysilanes (hereinafter, also refer to as amino silanes),
known ones can be used, and examples thereof include monoaminosilanes, diaminosilanes, triaminosilanes, trialkox-
ysilanes, each trialkoxysilane having a trialkoxysilyl group at an end thereof, dialkoxysilanes, each dialkoxysilane having
a dialkoxysilyl group at an end thereof, and the like. For the (C) amino-functional organosiloxane of the first embodiment,
the use of polyorganosiloxane obtained by hydrolyzing and condensing amino group-substituted dialkoxysilane having
a dialkoxysilyl structure at an end thereof and having a primary and/or a secondary amino group in its molecule, is
particularly preferable.

[0030] The amino-functional organosiloxane preferable to be used as the component (C) is linear polydiorganosiloxane
represented by the general formula:

[Chemical Formmla 9]

or cyclic polydiorganosiloxane represented by the following general formula.
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[Chemical Formula 10])

[0031] Inthese formulas, R2s are the same or different and each represents an alkyl group. Examples thereof include
a methyl group, an ethyl group, a propyl group, a butyl group, a hexyl group and the like, in which the methyl group is
preferable. R3s are aminopropyl groups respresented by a formula: -(CH,)3;NH,, or N-(3-aminoethyl)-aminopropyl groups
represented by a formula: -(CH,);NH-(CH,),NH,. R?s represent hydroxyl groups or alkoxyl groups. As the alkoxyl group,
there can be mentioned a methoxy group, an ethoxy group, a propoxy group, a butoxy group, and the like, in which the
methoxy group is preferable in view of the fast curing property. Further, m is an integer of 0 (zero) to 30, and 1 is an
integer of 3 to 30.

[0032] The (C)amino-functional organosiloxane described above is blended in an amount of 0.05 to 25 parts by weight,
preferably 0.1 to 15 parts by weight, and more preferably 0.2 to 10 parts by weight per 100 parts by weight of the
aforementioned (A) reactive silicon group-containing polymer. When the blended amount of the (C) amino-functional
organosiloxane is less than 0.05 part by weight, a good initial adhesiveness cannot be attained, and the water resistance
is insufficient, so that the adhesiveness decreases largely under water immersion condition. When the blended amount
of the (C) amino-functional organosiloxane is more than 25 parts by weight, a liquid separation may occur in a container
during the storage, or the adhesiveness may be lowered due to the water immersion. Further, also in this case, an
uncured composition may become cloudy, or the component may be oozed out from the surface after the cure is
completed, which is unfavorable.

(Second and Third Embodiments)

[0033] A room temperature curable silicon group-containing polymer composition according to a second embodiment
of the present invention comprises (A) a reactive silicon group-containing polymer that is a mixture in which (A1) a first
reactive silicon group-containing polymer and (A2) a second reactive silicon group-containing polymer are blended in a
weight ratio of 1:9 to 9:1, and based on 100 parts by weight of the (A) reactive silicon group-containing polymer, (B) 0.01
to 10 parts by weight of a curing catalyst, and (C) 0.05 to 25 parts by weight of amino-functional organosiloxane,
respectively.

[0034] A room temperature curable silicon group-containing polymer composition according to a third embodiment of
the present invention comprises the (A) reactive silicon group-containing polymer that is a mixture in which the (A1) first
reactive silicon group-containing polymer and the (A2) second reactive silicon group-containing polymer are blended in
a weight ratio of 1:9 to 9:1, and based on 100 parts by weight of the (A) reactive silicon group-containing polymer, (B)
0.01to 10 parts by weight of a curing catalyst, and (C1) 0.05 to 25 parts by weight of amino group-substituted alkoxysilane,
respectively.

[0035] Inthe second and third embodiments, the (A1) firstreactive silicon group-containing polymer is obtained through
a urethane reaction between (a1) polyoxypropylene polyol whose viscosity is 500 mPa-s to 50,000 mPa-s at 25°C and
(b1) y-isocyanate propyltrialkoxysilane.

[0036] As the (a1) polyoxypropylene polyol being one component for preparing the (A1) first reactive silicon group-
containing polymer, the one same as the (a1) polyoxypropylene polyol cited as the one component for preparing the
reactive silicon group-containing polymer being the component (A) in the aforementioned first embodiment can be used.
Further, as the (b1) y-isocyanate propyltrialkoxysilane being the other component, y-isocyanate propyltrimethoxysilane
is preferably used.

[0037] Blending ratio of the both components, procedures and conditions for the urethane reaction, determinations of
reaction end points, and the like can also be decided in the same manner as in the preparation of the (A) reactive silicon
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group-containing polymer in the first embodiment.
[0038] Thus obtained (A1) first reactive silicon group-containing polymer is represented by the general formula:

{Chemical Formula 11]

OR' (]')Hz CIDR‘
I : ,
Fvo—?i—(CHgBNH COO——(CHCH,0), _—CONH(CHz)a—?'—O R

OR " oR!

s e e e . (8)

(wherein Rs are the same or different and each represents an alkyl group having 1 to 4 carbons. n is a positive integer
which satisfies 86<n<344), in which a main chain is substantially composed of polyoxypropylene, a trialkoxysilyl group
is contained as a reactive silicon group-containing group, and methylene bond and one urethane bond are located at
chemically bonded portions between the trialkoxysilyl group and the main chains. Especially preferably, all of the R's
are methyl groups. The reactive silicon group-containing polymeris obtained by using y-isocyanate propyltrimethoxysilane
as the y-isocyanate propyltrialkoxysilane being the component (b1), and is good in the fast curing property and excellent
in the storage stability.

[0039] In the second and third embodiments, the (A2) second reactive silicon group-containing polymer is obtained
through a urethane reaction between (a2) hydroxypolyoxypropylene having a hydroxyl group at one end thereof whose
viscosity is 100 mPa-s to 50,000 mPa's at 25°C and (b1) y-isocyanate propyltrialkoxysilane.

[0040] The (a2) hydroxypolyoxypropylene having a hydroxyl group at one end thereof being one component for pre-
paring the (A2) second reactive silicon group-containing polymer is a hydroxyl compound that contains a plurality of
oxypropylene units, and a hydroxyl group only at one (side) end of its molecule. The one having a viscosity of 100 mPa-s
to 50, 000 mPa-s at 25°C is used. As the (b1) y-isocyanate propyltrialkoxysilane being the other component, y-isocyanate
propyltrimethoxysilane is preferably used.

[0041] The blending ratio of the (a2) hydroxypolyoxypropylene having a hydroxyl group at one end thereof and the
(b1) y-isocyanate propyltrialkoxysilane is not limited in particular, and to blend both of them so that a ratio of the number
of isocyanate groups (NCO) of the y-isocyanate propyltrialkoxysilane being the component (b1) to the number of hydroxyl
groups (OH) of the (a2) hydroxypolyoxypropylene having a hydroxyl group at one end thereof (NCO/OH ratio) falls into
arange of 0.6 to 1.2, preferably, 0.8 to 1.0. When the NCO/OH ratio becomes smaller than 0.6, the fast curing property
of the obtained silicon group-containing polymer is lowered, and the water resistance is lowered due to the residue of
the hydroxyl group, which is unfavorable. When the NCO/OH ratio becomes larger than 1.2, the storage stability is
lowered due to the residue of the y-isocyanate propyltrialkoxysilane being the component (b1). When both of them are
blended so that the NCO/OH ratio falls into a range of 0.8 to 1.0, it is possible to obtain the room temperature curable
silicon group-containing polymer composition which is quite excellent in the fast curing property, the storage stability,
the water resistance, and the like.

[0042] For carrying out the urethane reaction, each of a predetermined amount of the (a2) hydroxypolyoxypropylene
having a hydroxyl group at one end thereof and (b1) y-isocyanate propyltrialkoxysilane is blended, and stirred while
being heated at, for example, 60°C to 100°C for several hours. This reaction is preferably carried out in an inert gas
such as nitrogen gas. Further, in order to catalyze the reaction, a very small amount of urethane polymerization catalyst
such as dibutyltin dilaurylate can be added in the beginning or in the middle of the urethane reaction. A point where a
value approximate to the theoretical amount of NCO or the theoretical amount of hydroxyl value calculated based on
the NCO/OHratio is attained is made to be an end point of the reaction, to thereby determine the completion of the reaction.
[0043] Thus obtained (A2) second reactive silicon group-containing polymer has a main chain being substantially
composed of polyoxypropylene, and a trialkoxysilyl group as a reactive silicon group-containing group only at one side
end of the main chain, in which a methylene bond and one urethane bond are located at chemically bonded portions
between the trialkoxysilyl group and the main chains.

[0044] Specifically, the (A2) second reactive silicon group-containing polymer is represented by the general formula:
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[Chemical Formula 12]

oR! THy H,

R‘O—%‘i—(CHa)zNHCOO—‘(CHCHEO).. —CHCH,
OR'

s e e e e (3)

(wherein R1s are the same or different and each represents an alkyl group having 1 to 4 carbons. n is a positive integer
which satisfies 86<n<344). Especially preferably, all of the R's are methyl groups. The reactive silicon group-containing
polymer is obtained by using y-isocyanate propyltrimethoxysilane as the y-isocyanate propyltrialkoxysilane being the
component (bl), and is good in the fast curing property and excellent in the storage stability.

[0045] The (A1) first reactive silicon group-containing polymer and the (A2) second reactive silicon group-containing
polymer are preferably blended in a weight ratio of 1:9 to 9:1. If the blending ratio is out of the above range, it is impossible
to obtain the composition with no residual tack on the surface of the cured product and with sufficient mechanical strength
at low modulus

[0046] In order to catalyze the cure, the (B) curing catalyst is blended with each of the room temperature curable
silicon group-containing polymer compositions in the second and third embodiments. For the curing catalyst, the one
same as that used in the first embodiment can be used. The blending ratio of the (B) curing catalyst is 0.01 to 10 parts
by weight, preferably 0.05 to 8.0 parts by weight, and more preferably 0.1 to 5.0 parts by weight with respect to 100
parts by weight of the (A) reactive silicon group-containing polymer that is a mixture of the (A1) first reactive silicon
group-containing polymer and the (A2) second reactive silicon group-containing polymer.

[0047] With the room temperature curable silicon group-containing polymer composition of the second embodiment,
(C) amino-functional organosiloxane is blended together with the aforementioned (B) curing catalyst. As the (C) amino-
functional organosiloxane, a hydrolyzed and condensed product of amino group substituted alkoxysilane is used as
mentioned in the first embodiment can be used. A particularly preferable amino-functional organosiloxane is linear
polydiorganosiloxane represented by the aforementioned general formula (2), or cyclic polydiorganosiloxane represented
by the general formula (3), same as the first embodiment.

[0048] The (C)amino-functional organosiloxane described above is blended in an amount of 0.05 to 25 parts by weight,
preferably 0.5 to 10 parts by weight, and more preferably 1 to 5 parts by weight per 100 parts by weight of the mixture
of the (A1) first reactive silicon group-containing polymer and the (A2) second reactive silicon group-containing polymer.
When the blended amount of the amino-functional organosiloxane being the component (C) is less than 0. 05 part by
weight, a good initial adhesiveness cannot be attained, in which especially an expression of adhesiveness under a low
temperature is decreased. When the blended amount is more than 25 parts by weight, a liquid separation may occur in
a container during the storage.

[0049] With the room temperature curable silicon group-containing polymer composition of the third embodiment, (C1)
amino group-substituted alkoxysilane (hereinafter, also refer to as amino silanes) is blended together with the afore-
mentioned (B) curing catalyst. For the amino silanes, known ones can be used, and examples thereof include monoam-
inosilanes, diaminosilanes, triaminosilanes, trialkoxysilanes, each trialkoxysilane having a trialkoxysilyl group at an end
thereof, complex reactive aminosilanes, and the like. The monoaminosilanes can be divided broadly into silane containing
a primary amino group, silane containing a secondary amino group, silane containing a tertiary amino group, and qua-
ternary ammonium salt. For the diaminosilanes, a compound containing each one of a primary amino group and a
secondary amino group in its molecule, a compound containing two secondary amino groups in its molecule, and the
like, can be cited as examples. For the trialkoxyaminosilanes, silane having alkoxysilyl structures at both ends thereof
and containing a secondary amino group in its molecule, and the like, can be mentioned as examples.

[0050] The following can be mentioned as an example of a preferable amino group-substituted alkoxysilane being the
component (C). A compound among the monoaminosilanes and the diaminosilanes in which the silane contains the
primary amino group at an end of its molecule, and the alkoxysilyl group is a trimethoxysilyl group, a methyldimethoxysilyl
group, or a triethoxysilyl group, is preferable since it exhibits the fast curing property. Particularly preferable amino group-
substituted alkoxysilanes are N-(3-aminoethyl)-y-aminopropyltrimethoxysilane, N-(B-aminoethyl)-y-aminopropyltriethox-
ysilane, y-aminopropyltrimethoxysilane, y-aminopropyltriethoxysilane, N-(3-aminoethyl)-y-aminopropylmethyldimethox-
ysilane, and y-aminopropylmethyldimethoxysilane. These compounds have advantages in providing not only the fast
curing property but also excellent storage stability.
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[0051] The (C1) amino group-substituted organosiloxane is blended in an amount of 0.05 to 25 parts by weight,
preferably 0.5 to 10 parts by weight, and more preferably 1 to 5 parts by weight per 100 parts by weight of the mixture
of the (A1) first reactive silicon group-containing polymer and the (A2) second reactive silicon group-containing polymer.
When the blended amount of the amino group-substituted alkoxysilane being the component (C1) is less than 0.05 part
by weight, a good initial adhesiveness cannot be attained, in which especially an expression of adhesiveness under a
low temperature is decreased. When the blended amount is more than 25 parts by weight, a liquid separation may occur
in a container during the storage.

(Fourth to Sixth Embodiments)

[0052] Aroom temperature curable silicon group-containing polymer composition of a fourth embodiment of the present
invention comprises, as a component (A), a reactive silicon group-containing polymer having a main chain being sub-
stantially composed of polyoxypropylene, and having a reactive silicon-containing group represented by a formula:

[Chemical Formula 13)

OR
|
RO T T (CHINHGOO—
oR’

(wherein R's are the same or different and each represents an alkyl group having 1 to 4 carbons) at an end of the main
chain, and it further comprises (B) a curing catalyst, (C) amino-functional organosiloxane, and (D) an inorganic filler
being surface-treated with glycol that is liquid at room temperature, respectively.

[0053] A room temperature curable silicon group-containing polymer composition of a fifth embodiment of the present
invention comprises, as a component (A), a reactive silicon group-containing polymer same as that of the fourth em-
bodiment, and further comprises (B) a curing catalyst, (C1) amino group-substituted alkoxysilane, and (D) an inorganic
filler being surface-treated with glycol that is liquid at room temperature, respectively.

[0054] Aroom temperature curable silicon group-containing polymer composition of a sixth embodiment of the present
invention comprises (A) a polyoxyalkylene polymer having a hydrolyzable silicon group, and based on 100 parts by
weight thereof, (B) 0.01 to 10 parts by weight of a curing catalyst, (C2) 0.05 to 25 parts by weight of the hydrolyzed and
condensed product of an amino group-substituted alkoxysilane, and (D) 1 to 500 parts by weight of an inorganic filler
being surface-treated with glycol that is liquid at room temperature, respectively.

[0055] Inthe fourth and fifth embodiments, same as the first embodiment, the reactive silicon group-containing polymer
being the component (A) is obtained through a urethane reaction between (a1) polyoxypropylene polyol whose number
average molecular weight is 500 to 50,000 and (a2) y-isocyanate propyltrialkoxysilane.

[0056] In the fourth and fifth embodiments, for the (a1) polyoxypropylene polyol and the (a2) y-isocyanate propyltri-
alkoxysilane being the both components for preparing the reactive silicon group-containing polymer being the component
(A), the ones same as those cited in the first embodiment can be used. The (A) reactive silicon group-containing polymers
of the fourth and fifth embodiments can be obtained by using these components and making them react in the same
manner as in the first embodiment.

[0057] The obtained (A) reactive silicon group-containing polymer has a main chain being substantially composed of
polyoxypropylene, and a trialkoxysilyl group as a reactive silicon group-containing group, in which a methylene bond
and one urethane bond are located at chemically bonded portions between the trialkoxysilyl group and the main chains.
[0058] Specifically, the reactive silicon group-containing polymer being the component (A) in the fourth and fifth em-
bodiments is represented by the general formula:
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{Chemical Formula 14]

OR! ?Hs ?R‘
| .
R‘O—Si;i-(CH-z)awH COO—(CHCHEC)),,—CONH(CHE)S—?I—OF{'
OR? QR
e s o« . (4)

(wherein R1s are the same or different and each represents an alkyl group having 1 to 4 carbons. n is a positive integer
which satisfies 86<n<344). Especially preferably, all of the R's are methyl groups. The reactive silicon group-containing
polymer is obtained by using y-isocyanate propyltrimethoxysilane as the y-isocyanate propyltrialkoxysilane being the
component (a2), and is good in the fast curing property and excellent in the storage stability.

[0059] The polyoxyalkylene polymer being the component (A) used in the sixth embodiment is a polyoxyalkylene
polymer (A3) having a hydrolyzable silicon group represented by the later-described formula (6), and/or a polyoxyalkylene
polymer (A4) having a hydrolyzable silicon group represented by the later-described formula (11). As will be described
later, they are preferable to be produced by using a polyoxyalkylene polymer having a functional group as a raw material
(hereinafter, refer to as a raw material polyoxyalkylene polymer) and by introducing, into a part or all of its end, a
hydrolyzable silicon group via an organic group. For instance, the ones described in JP-A 03-047825, (KOKAI), JP-A
03-072527 (KOKAI), and in JP-A 03-079627 (KOKAI) can be cited.

[0060] For the raw material polyoxyalkylene polymers in the polyoxyalkylene polymers (A3) and (A4), the ones termi-
nated with hydroxyl groups produced by reacting cyclic ethers or the like in the presence of catalysts and initiators, are
preferable. As the initiator, a hydroxy compound having at least one hydroxyl group and the like can be used. As the
cyclic ether, ethylene oxide, propylene oxide, butylene oxide, hexylene oxide, tetrahydrofuran, or the like can be cited.
The cyclic ethers may be used singly, or two or more of them may be used in combination. Examples of the catalyst
include alkali metal catalysts such as a potassium-based compound and a cesium-based compound, a metal composite
cyanogen compound complex catalyst, a metal porphyrin catalyst, and the like.

[0061] Inthe sixth embodiment, as the raw material polyoxyalkylene polymer, a high molecular weight polyoxyalkylene
polymer having a molecular weight of 500 to 50,000 is preferable to be used. Further, the polyoxyalkylene polymer
having a molecular weight of 1,000 to 30,000 is preferable. Therefore, the use of polyoxyalkylene polymer whose
molecular weight is increased through a reaction between a polyoxyalkylene polymer with relatively low molecular weight
produced by using an alkali catalyst or the like, and a polyhalide, or the use of polyoxyalkylene polymer produced by
using the metal composite cyanogen compound complex catalyst is preferable. Examples of the polyhalides include
methylene chloride, monochloro bromomethane, methylene bromide, methylene iodide, 1,1-dichloro-2,2-dimethylpro-
pane, benzal chloride, bis (chloromethyl) benzene, tris (chloromethyl) benzene, bis (chloromethyl) ether, bis (chlorome-
thyl) thioether, bis (chloromethyl) formal, tetrachlorethylene, trichloroethylene, 1,1-dichloroethylene, 1,2-dichloroethyl-
ene, and 1,2-dibromoethylene, and the like. Among all, the methylene chloride and the monochloro bromomethane are
particularly preferable.

[0062] For the raw material polyoxyalkylene polymer, a polyoxyalkylene polymer having a ratio of weight average
molecular weight (Mw)/number average molecular weight (Mn) (hereinafter, refer to as Mw/Mn) especially of 1.7 or lower
is preferable to be used. Further, the Mw/Mn is more preferably 1.6 or lower, and is particularly preferably 1.5 or lower.
[0063] The polyoxyalkylene polymers (A3) and (A4) are obtained by modifying end groups of such polyoxyalkylene
polymers into hydrolyzable silicon groups. When comparing the raw material polyoxyalkylene polymers with the same
number average molecular weight (Mn), the one with smaller Mw/Mn exhibits lower viscosity and better workability, and
when the polyoxyalkylene polymer (A3) or (A4) having a hydrolyzable group obtained by using the polymer as a raw-
material is cured, the elongation of the cured product becomes large and the strength becomes high, even though the
modulus of elasticity is the same.

[0064] Among such polyoxyalkylene polymers, the one obtained by polymerizing the cyclic ether using the metal
composite cyanogen compound complex as a catalyst in the presence of initiator is especially preferable. The one in
which the end of such a polyoxyalkylene polymer is modified into the hydrolyzable silicon group is the most preferable.
[0065] As the metal composite cyanogen compound complex, a complex containing zinc hexacyanocobaltate as a
main component, in which a complex of ether and/or alcohol are preferred. As the composition thereof, the one described
in JP-B 46-027250 (KOKOKU) can be used. As the ether, ethylene glycol dimethyl ether (glyme), diethylene glycol
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dimethyl ether (diglyme) and the like are preferred, in which the glyme is particularly preferred from the viewpoint of
handling at the time of production of the complex. As the alcohol, t-butanol is preferable.

[0066] The raw material polyoxyalkylene polymer preferably has two or more of functional groups. In order to increase
the flexiblity as the characteristic of the cured product, the raw material polyoxyalkylene polymer preferably has 2 or 3
of functional groups. In order to obtain good adhesiveness and curing property, the raw material polyoxyalkylene polymer
preferably has 3 to 8 of functional groups. Specific examples of the raw material polyoxyalkylene polymer include
polyoxyethylene, polyoxypropylene, polyoxybutylene, polyoxyhexylene, and a copolymer of polyoxytetramethylene and
two kinds or more of cyclic ethers. Particularly preferred raw material polyoxyalkylene polymers are divalent to hexavalent
polyoxypropylene polyols, especially, polyoxypropylene diol and polyoxypropylene triol. Further, in the case of using for
the later-described method (a) or (d), an olefin-terminated polyoxyalkylene polymer such as allyl-terminated polyoxy-
propylene monool can be used.

[0067] The polyoxyalkylene polymer (A3) has hydrolyzable silicon groups represented by the following formula (6) at
an end or at the side chain of the molecular chain.

[Chemical Formula 15]
[0068]
-SiX,R6 (6)

[0069] In the formula (6), R® represents a substituted or unsubstituted monovalent organic group having 1 to 20
carbons, which is preferably an alkyl group having 8 carbons or less, a phenyl group, or a fluoroalkyl group and is
particularly preferably a methyl group, an ethyl group, a propyl group, a butyl group, a hexyl group, a cyclohexyl group,
a phenyl group, or the like. X represents a hydroxyl group or a hydrolyzable group. For the hydrolyzable group, for
instance, a halogen atom, an alkoxy group, an acyloxy group, an alkenyloxy group, a carbamoyl group, an amino group,
an aminoxy group, a ketoximato group, and the like can be cited.

[0070] Inthe hydrolyzable group having carbon atoms, the number of carbons is preferably 6 or smaller, and particularly
peferably 4 or smaller. As an example of a preferred X, mention may be made of an alkoxy group or an alkenyloxy group
each having 4 carbons or less, particularly, a methoxy group, an ethoxy group, a propoxy group or a propenyloxy group.
Specifically, the hydrolyzable silicon group represented by the formula (6) preferably takes a structure having an alkyl-
dialkoxysilyl group including an alkoxy group having 4 carbons or less. A structure having a dimethoxymethylsilyl group
is the most preferable.

[0071] The number of hydrolyzable silicon groups represented by the formula (6) included in the polyoxyalkylene
polymer (A3) is preferably 1.2 or larger, more preferably 2 or larger, further preferably 2 to 8, and particularly preferably
210 6. The hydrolyzable silicon groups represented by the formula (6) are introduced into the raw material polyoxyalkylene
polymer via organic groups. Specifically, the polyoxyalkylene polymer (A3) preferably has groups represented by a
formula (7).

[Chemical Formula 16]
[0072]
-R7-S i X,R6 (7)

[0073] In the formula (7), R7 is a divalent organic group, and R® and X are the same as defined above. An example
of the preferred divalent organic group includes a substituted or unsubstituted divalent hydrocarbon group having 1 to
20 carbons, for instance. A divalent hydrocarbon group having 1 to 17 carbons is preferable, in which an alkylene group
having 8 carbons or less or a phenylene group is more preferable, and a methylene group, an ethylene group, a propylene
group, a trimethylene group, a tetramethylene group, a hexamethylene group, or the like is particularly preferable.
[0074] A method for introducing the hydrolyzable silicon group into the raw material polyoxyalkylene polymer is not
limited in particular, and the following methods (a) to (d) can be adopted, for instance.

[0075] (a) A method of introducing an olefin group into the terminal of the polyoxyalkylene polymer having a hydroxyl
group, followed by reacting with silicon hydride compound represented by a formula (8).

[Chemical Formula 17]

[0076]
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HS i X,R6 )

[0077] In the formula (8), R® and X are the same as defined above. As the method of introducing olefin groups, a
method is mentioned in which the compound having an unsaturated group and a functional group is reacted with a
terminal hydroxyl group of the polyoxyalkylene polymer having a hydroxyl group, followed by bonding by an ether bond,
an ester bond, a urethane bond, a carbonate bond, or the like. A method can also be used in which an olefin group is
introduced into the side chain of the raw material polyoxyalkylene polymer, by adding an olefin group-containing epoxy
compound such as allylglycidyl ether, and copolymerizing them when polymerizing cyclic ether. Further, when reacting
a silicon hydride compound, a catalyst such as a platinum catalyst, a rhodium catalyst, a cobalt catalyst, a palladium
catalyst, a nickel catalyst or the like may be used. A platinum catalyst such as chloroplatinic acid, platinum metal, platinum
chloride, platinum olefin complex, and the like may be preferred. The reaction is conducted at a temperature of 30 °C
to 150 °C, preferably 60°C to 120°C for several hours.

[0078] (b) A method of reacting compound represented by a formula (9) to the terminal of the polyoxyalkylene polymer
having a hydroxyl group.

[Chemical Formula 18]
[0079]
R6-S i X,-RENCO 9)

[0080] Inthe formula (9), R® and X are the same as defined above. R8 represents a divalent hydrocarbon group having
1 to 17 carbons, which is preferably an alkylene group having 8 carbons or less or a phenylene group. Particularly
preferred are a methylene group, an ethylene group, a propylene group, a trimethylene group, a tetramethylene group,
a hexamethylene group, and the like. For the urethane reaction, a known catalyst may be used. The above reaction is
conducted at a temperature of 20°C to 200°C, preferably 50°C to 150°C for several hours.

[0081] (c) A method of reacting polyisocyanate compound such as tolylene diisocyanate to the terminal of the poly-
oxyalkylene polymer having a hydroxyl group to make isocyanate group terminal, followed by reacting W groups in the
silicon compound represented by a formula (10) with the isocyanate group.

[Chemical Formula 19]
[0082]
R6-S i X,-R8W (10)

[0083] In the formula (10), R®, R8, and X are the same as defined above. W is an active hydrogen-containing group
selected from a hydroxyl group, a carboxyl group, a mercapto group and an amino group (primary or secondary).
[0084] (d) A method of introducing an olefin group into the terminal of the polyoxyalkylene polymer having a hydroxyl
group, followed by reacting the olefin group with mercapto group in the silicon compounds represented by the afore-
mentioned formula (10), in which W is a mercapto group.

[0085] As the silicon compound represented by the formula (10) in which W is a mercapto group, 3-mercaptopropyl
methyldimethoxysilane, 3-mercaptopropyl methyldiethoxysilane and the like may be mentioned. For the above reaction,
a polymerization initiator such as a radical generator may be used, and as the case requires, it is possible to carry out
the reaction by radiation or heating, without using the polymerization initiator. As the polymerization initiator, for instance,
a polymerization initiator such as a peroxide type, an azo type and a redox type, a metal compound catalyst, and the
like may be mentioned. Examples thereof include 2,2’-azobisisobutyronitrile, 2,2’-azobis-2-methylbutyronitrile, benzoyl
peroxide, t-alkyl peroxyester, acetyl peroxide, diisopropyl peroxycarbonate, and the like may be cited. The above reaction
is conducted at a temperature of 20°C to 200°C, preferably 50°C to 150°C for several hours to several tens hours.
[0086] The polyoxyalkylene polymer (A4) has hydrolyzable silicon groups represented by the following formula (11)
at an end or at the side chain of the molecular chain.

[Chemical Formula 20]
[0087]

SiX, (11)
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[0088] In the formula (11), X represents a hydroxyl group or a hydrolyzable group, same as described above, and
three Xs may be the same or different. For the hydrolyzable group, for instance, a halogen atom, an alkoxy group, an
acyloxy group, an alkenyloxy group, a carbamoyl group, an amino group, an aminoxy group, a ketoximato group, and
the like can be cited.

[0089] In the hydrolyzable group having a carbon atom, the number of carbon is preferably 6 or smaller, and peferably
4 or smaller. As an example of a preferred X, mention may be made of an alkoxy group or an alkenyloxy group each
having 4 carbons or less, particularly, a methoxy group, an ethoxy group, a propoxy group or a propenyloxy group. The
hydrolyzable silicon group represented by the formula (11) especially preferably takes a structure having an alkyldialkox-
ysilyl group including an alkoxy group having 4 carbons or less. A structure having a dimethoxymethylsilyl group is the
most preferable.

[0090] A polymer having a trialkoxysilyl group is quite highly reactive, and particularly the initial curing speed is very
high. Generally, in the hydrolysis reaction, it is considered that a silanol group is generated from the reaction with water
(a silanol group-generating reaction represented by: -Six + H,0 — -SiOH + HX), and generated silanol groups are
condensed, or the silanol group and the hydrolyzable silicon group are condensed, to generate a siloxane bond (con-
densation reaction). Once a silanol group are generated, the condensation reaction progresses smoothly.

[0091] The initial reaction speed of the silanol group-generating reaction of the trialkoxysilyl group is quite high as
compared with an alkyldialkoxysilyl group or a dialkylalkoxysilyl group. Therefore, the curable composition has an effect
that it exhibits a sufficient strength property in a short period of time, and particularly, the time until the adhesiveness is
expressed is short. Among trialkoxysilyl groups, a trialkoxysilyl group having an alkoxy group of smaller number of
carbons is more preferred, since it has higher initial reaction speed of silanol group-generating reaction than a trialkoxysilyl
group having an alkoxy group of higher number of carbons. A trimethoxysilyl group and a triethoxysilyl group are more
preferred, and a trimethoxysilyl group is the most preferable, since it has a very high initial reaction speed of the silanol
group-generating reaction.

[0092] The number of hydrolyzable silicon groups represented by the formula (11) included in the polyoxyalkylene
polymer (A4) is preferably 1.2 or larger, more preferably 2 or larger, further preferably 2 to 8, and particularly preferably
2 to 6. The polyoxyalkylene polymer (A4) is obtained by introducing an unsaturated group into the terminal of the
polyoxyalkylene polymer having a hydroxyl group, followed by reacting the unsaturated group with a mercapto group in
the silicon compound represented by a formula (12).

[Chemical Formula 21]
[0093]
HS—R8—S i X5 (12)

[0094] In the formula (12), X is the same as defined above. The three Xs may be the same or different. R8 represents
a divalent hydrocarbon group having 1 to 17 carbons. As the silicon compound represented by the formula (12), 3-
mercaptopropyl trimethoxysilane, 3-mercaptopropyl triethoxysilane, 3-mercaptopropyl triisopropenyloxysilane, and the
like may be mentioned. The polyoxyalkylene polymer obtained through the above method has a property that the curing
speed is fast, and it is excellent in workability because of its low viscosity. Further, it is also industrially effective since
the raw material is easy to obtain. The details of the introduction method are the same as described in the method (d)
for introducing the hydrolyzable silicon groups into the polyoxyalkylene polymer (A3).

[0095] The molecular weight of the polyoxyalkylene polymers (A3) and (A4) in the sixth embodiment of the present
invention can be suitably selected depending on the application to be used, and is preferably 500 to 50,000, respectively.
For a use of a sealant and the like in which flexibility is important, the molecular weight of the polyoxyalkylene polymers
(A3) and (A4) is preferably 8,000 to 50,000, respectively, particularly preferably 8,000 to 25,000 from a viewpoint of
workability such as discharge property, and most preferably 12,000 to 20,000. Further, for a use such as an adhesive
which requires strength, the molecular weight is preferably 8,000 to 30,000, respectively, more preferably 8,000 to
20,000, and particularly preferably 12,000 to 20,000. When the molecular weight is less than 500, the cured product is
fragile, and when it is more than 50,000, the workability significantly deteriorates because of viscosity.

[0096] In order to catalyze the cure, the (B) curing catalyst is blended with each of the room temperature curable
silicon group-containing polymer compositions of the fourth to sixth embodiments. For the curing catalyst, known silanol
condensation catalysts can be used. For instance, there can be mentionedmetallic catalysts such as titanate esters such
as tetrabutyl titanate and tetrapropyl titanate, organotin compounds such as dibutyltin dilaurate, dibutyltin maleate, and
dibutyltin diacetate, tin carboxylates such as tin octylate, tin naphthate, tin laurate, and tin felzate, reaction products from
dibutyltin oxide and phthalate ester, dibutyltin diacetylacetonate, organoaluminum compounds such as aluminum-
trisacetylacetonate, aluminumtrisethylacetoacetate and diisopropoxyaluminum ethylacetoacetate, chelate compounds
such as zirconium tetraacetylacetonate and titanium tetraacetylacetonate, lead octylate, iron naphthate, and bismuth
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compounds such as bismuth-tris (neodecanoate) and bismuth-tris(2-ethylhexoate).

[0097] These metallic catalysts may be used singly, or two or more of them may be used in combination. Further,
known amine catalysts such as laurylamine may also be used. In the fourth to sixth embodiments, among the above
curing catalysts, the use of tin carboxylates or organotin compounds such as dibutyltin dilaurate, dibutyltin maleate,
dibutyltin diacetate, tin octylate, tin naphthate, tin laurate, and tin felzate, reaction products from dibutyltin oxide and
phthalate ester, and tin catalysts such as dibutyltin diacetylacetonate is particularly preferable

[0098] The curing catalyst being the component (B) is blended in an amount of 0.01 to 10 parts by weight, preferably
0.05 to 8.0 parts by weight, and more preferably 0.1 to 5.0 parts by weight per 100 parts by weight of the (A) reactive
silicon group-containing polymer in the fourth and fifth embodiments. The curing catalyst is blended in an amount of
0.01 to 10 parts by weight, preferably 0.05 to 8.0 parts by weight, and more preferably 0.1 to 5.0 parts by weight per
100 parts by weight of the (A) polyoxyalkylene polymer in the sixth embodiment.

[0099] With the room temperature curable silicon group-containing polymer compositions of the fourth and sixth em-
bodiments, amino-functional organosiloxane is blended together with the above-described (B) curing catalyst. For the
amino-functional organosiloxane, the hydrolyzed and condensed product of amino group-substituted alkoxysilanes is
applied. Here, for the amino group-substituted alkoxysilanes (amino silanes), known ones can be used, and concrete
examples thereof include monoaminosilanes, diaminosilanes, triaminosilanes, trialkoxysilanes, each trialkoxysilane hav-
ing a trialkoxysilyl group at an end thereof, dialkoxysilanes, each dialkoxysilane having a dialkoxysilyl group at an end
thereof, and the like.

[0100] For the (C) amino-functional organosiloxane, the use of polyorganosiloxane obtained by hydrolyzing and con-
densing amino group-substituted dialkoxysilane having a dialkoxysilyl structure at an end thereof and having a primary
amino group and/or a secondary amino group (imino group) in its molecule, is preferable.

[0101] The amino-functional organosiloxane preferable to be used as the component (C) is linear polydiorganosiloxane
represented by the general formula:

[Chemical Formula 22]

(o Y )

SR A A
RI—8 i— O 4~ Tx i— T‘: t—O—+—S i— RY
R0 R? R0 R1o
LROWR

or cyclic polydiorganosiloxane represented by the following general formula.
[Chemical Formula 23]
(e Y[re
Il_-\s'ﬂ |R_9

Si—O 5i—0

| |

9
LR JSLRJO /

8

[0102] Inthese formulas, R% are the same or different and each represents an alkyl group. Examples thereof include
a methyl group, an ethyl group, a propyl group, a butyl group, a hexyl group, and the like, in which the methyl group is
preferable. R'%s are aminopropyl groups represented by a formula: -(CH,)3NH,, or N-(B-aminoethyl)-aminopropyl groups
represented by a formula: -(CH,)sNH-(CH,),NH,- R''s represent hydroxyl groups or alkoxyl groups. As the alkoxyl
group, there can be mentioned a methoxy group, an ethoxy group, a propoxy group, a butoxy group, and the like, in
which the methoxy group is preferable in view of the fast curing property. T is an integer of 0 (zero) to 100, preferably,

14



10

15

20

25

30

35

40

45

50

55

EP 1 967 550 B9

4 to 30, tis an integer of 1 to 20, S is an integer of 0 (zero) to 50, and s is an integer of 1 to 50. Specifically, the amino-
functional organosiloxane being preferable as the component (C) can include a dialkylsiloxy unit.

[0103] The (C)amino-functional organosiloxane described above is blended in an amount of 0.05 to 25 parts by weight,
preferably 0.5 to 10 parts by weight, and more preferably 1 to 5 parts by weight per 100 parts by weight of either the (A)
reactive silicon group-containing polymer used in the fourth embodiment or the (A) polyoxyalkylene polymer used in the
sixth embodiment. When the blended amount of the (C) amino-functional organosiloxane is less than 0.05 part by weight,
a good initial adhesiveness cannot be attained, in which especially an expression of adhesiveness under a low temper-
ature is decreased. When the blended amount is more than 25 parts by weight, a liquid separation may occur in a
container during the storage.

[0104] In the room temperature curable silicon group-containing polymer composition of the fifth embodiment, (C1)
amino group-substituted alkoxysilane (amino silanes) is blended together with the aforementioned (B) curing catalyst.
Also in the sixth embodiment, the (C1) amino silanes can be blended instead of the above-described (C) amino-funcional
organosiloxane. For the amino silanes, known ones can be used, and concrete examples thereof include monoaminosi-
lanes, diaminosilanes, triaminosilanes, trialkoxysilanes, each trialkoxysilane having a trialkoxysilyl group at an end there-
of, complex reactive aminosilanes, and the like. The monoaminosilanes can be divided into silane containing a primary
amino group, silane containing a secondary amino group, silane containing a tertiary amino group, and quaternary
ammonium salt. For the diaminosilanes, a compound containing each one of a primary amino group and a secondary
amino group in its molecule, a compound containing two secondary amino groups in its molecule, and the like, can be
cited as examples. For the trialkoxysilanes having trialkoxysilyl groups at ends thereof, silane having alkoxysilyl structures
atboth ends thereof and containing a secondary amino group in its molecule, and the like can be mentioned as examples.
[0105] The following can be mentioned as an example of a preferable amino group-substituted alkoxysilane being the
component (C). A compound among the monoaminosilanes and the diaminosilanes in which the silane contains the
primary amino group at an end of its molecule, and the alkoxysilyl group is a trimethoxysilyl group, a methyldimethoxysilyl
group, or a triethoxysilyl group, is preferable since it exhibits the fast curing property. The most preferable amino group-
substituted alkoxysilanes are N-(3-aminoethyl)-y-aminopropyltrimethoxysilane, N-(B-aminoethyl)-y-aminopropyltriethox-
ysilane, y-aminopropyltrimethoxysilane, y-aminopropyltriethoxysilane, N-(B-aminoethyl)-y-aminopropylmethyldimethox-
ysilane, and y-aminopropylmethyldimethoxysilane. These compounds have advantages in providing not only the fast
curing property but also the excellent storage stability.

[0106] In the fifth embodiment, it is also possible to blend alkoxysilane represented by the general formula:
(R120)5 ,R'3,Si-R'4, as the amino group-substituted alkoxysilane being the component (C1).

[0107] In the formula, R12 represents the same or different alkyl group. Examples thereof include a methyl group, an
ethyl group, a propyl group, a butyl group, a hexyl group, and the like, in which the methyl group is preferable. R13 also
represents the same or different alkyl group. Examples thereof include a methyl group, an ethyl group, a propyl group,
a butyl group, a hexyl group, and the like, in which the methyl group is preferable. n represents an integer of 0 (zero) to 2.
[0108] R'4represents an amino group-substituted alkyl group having a branch represented by the general formula : -
(CHy ), CHR1S-(CH,)4-NH, or the general formula: -(CH,),-C(R19),-(CH,),-NH,. Here, RS represents an alkyl group
having 1 to 4 carbons. A methyl group or an ethyl group is preferable, in which the methyl group is more preferable. p
and q respectively represent an integer of 1 to 8, and q is preferably 1. However, p + q is an integer of 9 or smaller.
[0109] What is particularly preferable as such R14 is a 4-amino-3,3-dimethylbutyl group represented by the formula:
-(CH5),C(CH3),CH,NH,, or a 4-amino-3-methylbutyl group represented by the formula: -(CH,),CH(CH3)CH,NH,.
[0110] These (C1) amino group-substituted alkoxysilanes are blended in an amount of 0.05 to 25 parts by weight,
preferably 0.5 to 10 parts by weight, and more preferably 1 to 5 parts by weight per 100 parts by weight of either the (A)
reactive silicon group-containing polymer composition used in the fifth embodiment or the (A) polyoxyalkylene polymer
used in the sixth embodiment. When the blended amount of the amino group-substituted alkoxysilane being the com-
ponent (C1) is less than 0.05 part by weight, a good initial adhesiveness cannot be attained, in which especially an
expression of adhesiveness under a low temperature is decreased. When the blended amount is more than 25 parts by
weight, a liquid separation may occur in a container during the storage.

[0111] The component (D) used in the fourth to sixth embodiments of the present invention has an effect of suppressing
the residual tack on the surface of the cured product to thereby eliminate the viscosity, by suppressing a phenomenon
that the component (A) or a cross-linking agent is separated in the upper portion of the composition due to the separation
of uncured product during the storage, but, the component (D) does not adversely effect the workability as typified by
flowability and discharge property.

[0112] As such a component (D), an inorganic filler being surface-treated with glycol that is liquid at room temperature
is used. For the inorganic filler, reinforcing filler having an average particle diameter of 0.1 um to 50 um, preferably 0.1
pm to 30 pm is used. For example, there can be mentioned pulverized silica, heavy calcium carbonate, zinc carbonate,
titanium dioxide, aluminum hydroxide, and the like. For the glycol which treats the surface of such an inorganic filler,
ethylene glycol, propylene glycol, diethylene glycol, 1,4-butanediol, or the like can be cited. In viewof the efficiency for
suppressing the residual tack on the surface of the cured product, as the component (D), heavy calcium carbonate which
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is surface-treated with diethylene glycol is used most preferably. The component (D) is blended in an amount of 1 to
500 parts by weight, preferably 5 to 450 parts by weight, and further preferably 10 to 350 parts by weight per 100 parts
by weight of either the (A) reactive silicon group-containing polymer used in the fourth and fifth embodiments or the (A)
polyoxyalkylene polymer used in the sixth embodiment.

[0113] In order to improve the adhesiveness and the storage stability, it is possible to further blend silane coupling
agents such as vinyl trimethoxysilane and y-glycidoxypropyl trimethoxysilane with the roomtemperature curable silicon
group-containing polymer compositions of the first to sixth embodiments of the present invention. Further, if necessary,
an epoxy resin and its curing agent, a filler, a plasticizer, a viscosity improver, other additives, and the like can be
appropriately blended.

[0114] As the epoxy resins, conventionally known ones can be used. For instance, there can be mentioned bisphenol
A type epoxy resin, bisphenol F type epoxy resin, fire-resistant type epoxy resin such as glycidyl ether of tetrabromobi-
sphenol A, novolak type epoxy resin, hydrogenated bisphenol A type epoxy resin, glycidyl ether type epoxy resin of
bisphenol A-propylene oxide adduct, diglycidylester phthalate type epoxy resin such as diglycidyl-p-oxybenzoate, dig-
lycidylester phthalate, diglycidylester tetrahydrophthalate or diglycidylesterhexahydrophthalate, m-aminophenol type
epoxy resin, diaminodiphenylmethane type epoxy resin, urethane modified epoxy resin, various alicyclic epoxy resins,
N,N-diglycidylaniline, N,N-diglycidyl-o-toluidine, triglycidyl isocyanurate, polyalkylene glycol diglycidyl ether or glycidyl
ether of polyvalent alcohol such as glycerol, hydantoin type epoxy resin, and an epoxy compound of an unsaturated
polymer such as a petroleum resin. Among the above epoxy resins, the one including at least two epoxy groups in its
molecule is preferable in view of high reactivity at the time of curing, and easiness of creating a three-dimensional network
in the cured product. As preferable epoxy resins, the bisphenol A type epoxy resin, the bisphenol F type epoxy resin,
the novolak type epoxy resin, and the diglycidylester phthalate type epoxy resin can be mentioned.

[0115] Asacuring agentofthe epoxy resin, for example, amines such as triethylenetetramine, tetraethylenepentamine,
diethylaminopropylamine, N-aminoethylpiperazine, m-xylylenediamine, m-phenylenediamine, diaminodiphenylmeth-
ane, diaminodiphenylsulfone, isophoronediamine, and 2,4,6-tris (dimethylaminomethyl) phenol, tertiary amine salts,
polyamide resins, latent curing agents such as ketimines, aldimines, and enamines, imidazoles, dicyandiamides, boron
trifluoride complex compounds, carboxylic anhydrides such as phthalic anhydride, hexahydrophthalic anhydride, tet-
rahydrophthalic anhydride, endomethylenetetrahydrophthalic anhydride, dodecenyl succinic anhydride, pyromellitic an-
hydride, and chlorendic anhydride, alcohols, phenols, and carboxylic acids can be cited.

[0116] As the fillers, conventionally known ones can be used, and examples thereof include reinforcing fillers such as
fumed silica, precipitated silica, silicic acid anhydride, silicic acid hydrate, and carbon black, non-reinforcing fillers such
as calcium carbonate, magnesium carbonate, diatomaceous earth, burned clay, clay, talc, titanium oxide, bentonite,
organic bentonite, ferric oxide, zinc oxide, active zinc flower, and glass balloon, and fiber fillers such as asbestos, a
glass fiber, and a glass filament.

[0117] Examples of the plasticizer include, for instance, phthalate esters such as dioctyl phthalate, dibutyl phthalate,
and butylbenzyl phthalate, aliphatic carboxylic acid esters such as dioctyl adipate, isodecyl succinate, dibutyl sebacate,
and butyl oleate, glycol esters such as pentaerythritol ester, esterphosphates such as trioctyl phosphate and tricresyl
phosphate, epoxy plasticizers such as epoxylated soybean oil, and benzylepoxystearic acid, chlorinated paraffins, and
the like, in which the above plasticizers may be used singly, or two or more of them may be used by mixing them. Further,
polyoxypropylenemonool, polyoxypropylene diol, and terminal modified products thereof, and the like can also be applied.
As the terminal modified product, for example, a compound in which the terminal hydroxyl group is modified into an
alkoxyl group or an alkenyloxy group, a compound terminated with a hydrocarbon group via a urethane bond, an ester
bond, a urea bond, or a carbonate bond, and the like can be cited.

[0118] Forthe viscosity improver, there can be mentioned a gelling agent such as hydrogenated castor oil, dibenzyliden
sorbitol, and tribenzyliden sorbitol, and fatty acid amide such as amide wax. For the other additives, for example, a
pigment, various age resisters, an ultraviolet absorbent, and the like can be cited.

[0119] The blending ratio of the aforementioned components is not limited in particular, and it is preferable to blend,
based on 100 parts by weight of the silicon group-containing polymer composition, 1 to 100 parts by weight (preferably,
10 to 100 parts by weight) of the epoxy resin, 0.1 to 200 parts by weight of the filler, 1 to 50 parts by weight of the
plasticizer, and 0.1 to 10 parts by weight of the viscosity improver, in which 1 to 200 parts by weight (preferably 50 to
100 parts by weight) of the curing agent of the epoxy resin is preferably blended per 100 parts by weight of the epoxy resin.
[0120] Hereinafter, the present invention will be specifically explained by citing examples, but, it is not limited to the
examples described below. Note that the terms "part(s)" and "%", in the examples represent "part(s) by weight" and
"wt%", respectively. All physical values such as viscosity are values measured at 25°C and a relative humidity (RH) of 50%.

Synthesis Example 1

[0121] 2, 000 parts of polyoxypropylene diol (PREMINOL: manufactured by Asahi Glass Co., Ltd.) having a number
average molecular weight (hereinafter, abbreviated as Mn) of 16,000 was put into a 3-liter four-necked separable flask
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equipped with an agitator, a dropping funnel, a reflux tube, a thermometer, a nitrogen gas flow device, and a pressure
reducing device, and was dehydrated by conducting distillation under reduced pressure at 100°C under 10 mmHg to 20
mmHg for 1 hour. Next, it was cooled to 50°C or lower, 44.8 parts of y-isocyanate propyltrimethoxysilane (trade name,
Silquest A-link35 : manufactured by GE Toshiba Silicone Co. , Ltd.) was put therein so that the NCO/OH ratio became
1.0, and after the temperature was raised under the nitrogen gas flow, they were kept stirred for 8 hours at a temperature
of 60°C to 70°C. When the NCO content ratio was measured, it was decreased to 0.05% (theoretical value 0%), so that
the content was taken out after being cooled. A reactive silicon group-containing polypropylene polymer (A) was thus
obtained. The viscosity of the polymer was 21,000 mPa-s.

Synthesis Example 2

[0122] Polyoxypropylene diol (trade name, PREMINOL: manufactured by Asahi Glass Co., Ltd.) having Mn of 10,000
was used in place of the polyoxypropylene diol used in the synthesis example 1, 82.0 parts of y-isocyanate propyltri-
methoxysilane (trade name, Silquest A-link35) was added thereto so that the NCO/OH ratio became 1.0, and by making
them react in the same manner as in the synthesis example 1, a reactive silicon group-containing polypropylene polymer
(B) with the NCO content ratio of 0.06% and the viscosity of 7,000 mPa-s was obtained.

Synthesis Example 3

[0123] Using the same device as in the synthesis example 1, after dehydrating polyoxypropylene diol same as that
used in the synthesis example 2, 6.7 parts of 2,4-toluene diisocyanate was put therein at 50°C so that the NCO/OH ratio
became 0.48. Subsequently, they were reacted for 12 hours while being stirred under the nitrogen gas flow at a tem-
perature of 70°C to 80°C, for a synthesis of an isocyanate-terminated urethane prepolymer.

[0124] Next, after the prepolymer was once cooled to 40°C, 28 parts of y-isocyanate propyltrimethoxysilane (trade
name, Silquest A-link35) was added thereto, and by making them react for 20 hours while stirring, a reactive silicon
group-containing polypropylene polymer (C) with the NCO content ratio of 0.1% and the viscosity of 32,500 mPa-s was
obtained.

Synthesis Example 4

[0125] To a mixture of 400 parts (0.1 mol) of polyoxypropylene diol (trade name, PREMINOL: manufactured by Asahi
Glass Co., Ltd.) having Mn of 4,000 and 36 parts (0.144 mol) of 4,4’-diphenylmethanediisocyanate being prepared to
indicate the NCO/OH ratio of 1.4, 60 ppmof dibutyltin dilaurate as a reactive catalyst and 20 ppm of benzoyl chloride as
a retardant were added respectively, and by stirring them for about 4 hours at 60°C to 70°C, the NCO content was
decreased to nearly 0.8 wt%.

[0126] Next, to the isocyanate-terminated polyurethane prepolymer, 21.4 parts (0.084 mol) of N-phenyl-y-aminopro-
pyltrimethoxysilane (trade name, Silquest Y-9669: manufactured by GE Toshiba Silicone Co., Ltd.) was added, and they
were reacted at a temperature of 70°C to 75°C until the NCO content became zero. Thus, a reactive silicon group-
containing polypropylene polymer (D) was obtained.

Synthesis Example 5

[0127] Atfter the air in a 2-liter four-necked separable flask equipped with an agitator, a dropping funnel, a reflux tube,
a thermometer, a nitrogen gas flow device, and a pressure reducing device was substituted with nitrogen, 900 parts of
N-(B-aminoethyl)-aminopropylmethyldimethoxysilane (trade name, Silquest A-2120: manufactured by GE Toshiba Sili-
cone Co., Ltd.) was put into the flask and then stirred. Next, 78 parts of ion-exchange water was gradually added to the
flask from the dropping funnel while flowing a very small amount of nitrogen into the flask. Since an exothermic reaction
was generated, a temperature of the content in the flask was controlled by cooling, so that it was kept at 60°C or lower.
[0128] After the dropping of the ion-exchange water was completed, the temperature in the flask was elevated up to
80°C, and methanol being a reaction by-product was distilled off in a receiving bath. At this time, the pressure was
reduced as needed, while checking the distilled amount (257 parts) of methanol. After the reaction completion, the
temperature was cooled to 40°C or lower, and a reaction product was taken out from the flask. Thus, 688 parts of faint-
yellow transparent amino-functional polyorganosiloxane (E) was obtained. The amino-functional polyorganosiloxane (E)
had a viscosity of 236 mPa-s, and a heating loss of 0.7% under the condition of 150°C in 1 hour.

Synthesis Example 6

[0129] Instead of the N-(B-aminoethyl)-aminopropylmethyldimethoxysilane, y-aminopropylmethyldiethoxysilane (trade
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name, Silquest A-2100: manufactured by GE Toshiba Silicone Co., Ltd.) was used, and in the same manner as in the
synthesis example 5, 678 parts of amino-functional polyorganosiloxane (F) having 264 mPa-s of viscosity and 0.6% of
heating loss under the condition of 150°C in 1 hour was obtained.

Synthesis Example 7

[0130] By using 900 parts of N-(B-aminoethyl)-aminopropylmethyldimethoxysilane, and 450 parts of ion-exchange
water, methanol and an excess of water were distilled off under the reduced pressure of 2.5 kPa or lower at 140°C with
the same device and operation as in the synthesis example 5. After the reaction, the temperature was cooled to 40°C
or lower, and a reaction product was taken out from the flask. Thus, 631 parts of light-yellow transparent amino-functional
polyorganosiloxane (G) was obtained. The amino-functional polyorganosiloxane (G) had a viscosity of 3.2 mPa-s, and
a heating loss of 0.2% under the condition of 150°C in 1 hour.

Example 1

[0131] 3.0 parts of vinyl trimethoxysilane (trade name, Silquest A-171: manufactured by GE Toshiba Silicone Co.,
Ltd.) was added to 100 parts of the reactive silicon group-containing polypropylene polymer (A) obtained in the synthesis
example 1, and they are mixed uniformly at room temperature for 20 minutes, and thereafter, 100 parts of synthetic
calcium carbonate (trade name, HAKUENKA CCR: manufactured by Shiraishi Industrial Co., Ltd.) being treated with
fatty acid, and 50 parts of heavy calcium carbonate (trade name, WHITEN SSB: manufactured by Shiraishi Industrial
Co., Ltd.) were respectively added thereto, and mixed uniformly.

[0132] Next, 60 parts of dioctyl phthalate as a plasticizer was added, and after heating and mixing under the reduced
pressure at 100°C for 3 hours, the temperature was cooled to 50°C or lower. Thereafter, 2.0 parts of the amino-functional
polyorganosiloxane (E) obtained in the synthesis example 5, 2.0 parts of vinyl trimethoxysilane, and 0.3 part of dibutyltin
dilaurate were respectively added and mixed uniformly, to thereby obtain a silicon group-containing polymer composition.

Examples 2 and 3

[0133] In an example 2, 2.0 parts of the amino-functional polyorganosiloxane (F) obtained in the synthesis example
6 was blended instead of the 2.0 parts of the amino-functional polyorganosiloxane (E), and by conducting the same
operation as in the example 1, a silicon group-containing polymer composition was obtained. In an example 3, 3.0 parts
of the amino-functional polyorganosiloxane (G) obtained in the synthesis example 7 was blended instead of the 2.0 parts
of the amino-functional polyorganosiloxane (E), and by conducting the same operation as in the example 1, a silicon
group-containing polymer composition was obtained.

Examples 4 to 6

[0134] In an example 4, the reactive silicon group-containing polypropylene polymer (B) obtained in the synthesis
example 2 was used instead of the reactive silicon group-containing polypropylene polymer (A), and by conducting the
same operation as in the example 1, a silicon group-containing polymer composition was obtained. In examples 5 and
6, the reactive silicon group-containing polypropylene polymers (C) and (D) obtained in the synthesis examples 3 and
4 were respectively used instead of the reactive silicon group-containing polypropylene polymers (A), and by conducting
the same operation as in the example 1, silicon group-containing polymer compositions were obtained.

Example 7

[0135] 3.0 parts of vinyl trimethoxysilane (trade name, Silquest A-171) was added to 100 parts of the reactive silicon
group-containing polypropylene polymer (A) obtained in the synthesis example 1, and they are mixed uniformly at room
temperature for 20 minutes, and thereafter, 100 parts of synthetic calcium carbonate (trade name, CALFINE 200: man-
ufactured by Maruo Calcium Co., Ltd.) being treated with fatty acid, and 50 parts of heavy calcium carbonate (trade
name, WHITEN SB: manufactured by Shiraishi Industrial Co., Ltd.) were respectively added thereto, and mixed uniformly.
[0136] Next, after heating and mixing under the reduced pressure at 100°C for 3 hours, the temperature was cooled
to 50°C or lower. Subsequently, 2.0 parts of the amino-functional polyorganosiloxane (E) obtained in the synthesis
example 5, 2.0 parts of y-glycidoxypropyltrimethoxysilane (trade name, Silquest A-187: manufactured by GE Toshiba
Silicone Co., Ltd.), 2.0 parts of vinyl trimethoxysilane, and 0.3 part of dibutyltin dilaurate were respectively added and
mixed uniformly, to thereby obtain a silicon group-containing polymer composition.
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Example 8

[0137] y-glycidoxypropylmethyldiethoxysilane (trade name, Wetlink 78: manufactured by GE Toshiba Silicone Co.,
Ltd.) was used in place of the y-glycidoxypropyltrimethoxysilane, and by conducting the same operation as in the example
7, a silicon group-containing polymer composition was obtained.

Comparative Examples 1 to 4

[0138] In a comparative example 1, N-(B-aminoethyl)-aminopropyltrimethoxysilane (trade name, Silquest A-1120:
manufactured by GE Toshiba Silicone Co., Ltd.) was used instead of the amino-functional polyorganosiloxane (E), and
by conducting the same operation as in the example 1, a silicon group-containing polymer composition was obtained.
In comparative examples 2 to 4, N-(B-aminoethyl)-aminopropylmethyldimethoxysilane (trade name, Silquest A-2120)
(comparative example 2), y-aminopropyltriethoxysilane (trade name, Silquest A-1100: manufactured by GE Toshiba
Silicone Co., Ltd.) (comparative example 3), and y-aminopropylmethyldiethoxysilane (trade name, Silquest A-2100)
(comparative example 4) were respectively used instead of the amino-functional polyorganosiloxanes (E), and by con-
ducting the same operations as in the example 1, silicon group-containing polymer compositions were obtained.
[0139] Next, regarding each of the silicon group-containing polymer compositions respectively obtained in the examples
1to 8, and in the comparative examples 1 to 4, an initial finger touch drying time and physical properties were measured,
and storage stability was examined. Further, adhesiveness is respectively measured under normal condition and under
water immersion condition. Furthermore, to examine durability, H-type tensile adhesion was measured.

[0140] Note that the finger touch drying time, the physical properties, the storage stability, the adhesiveness, and the
H-type tensile adhesion were respectively measured as follows.

(a) Finger touch drying time: After a composition was subjected to an atmosphere of 23°C and 50% RH, the time
until the composition reached a dry state that was confirmed by touching the surface thereof with a finger was
measured.

(b) Physical properties: The composition was pushed out in a sheet shape of 2 mm in thickness, the sheet was
cured by moisture in the air by being allowed to stand at 23°C and RH of 50% for 168 hours, and then, a hardness,
a tensile strength, and an elongation of the cured product were measured according to JIS K6301.

(c) Storage stability: The composition was put into a container where no moisture exists, and after heating itat 70°C
for 5 days, the finger touch drying time was measured in the atmosphere of 23°C and 50% RH. Further, the com-
position was pushed out in a sheet shape of 2 mm in thickness, and was cured by moisture in the air by being
allowed to stand at 23°C and RH of 50% for 168 hours, and then, as in the same manner as in the aforementioned
(b), the physical properties of the cured product were measured according to JIS K6301.

(d) Adhesiveness: AccordingtoJISK6301, a cohesive failure ratio was measured by using copper, iron, stainless
steel, a glass, polyvinyl chloride (PVC), polyethylene telephthalate (PET), 6-nylon, and 6,6-nylon, respectively as
an adherend. Further, the adhesiveness (cohesive failure ratio) was measured in the same manner after standing
for 1 week, and 2 weeks in water immersion condition at 50°C.

(e) H-type tensile adhesion: A durability (H-type tensile adhesion) testwas conducted according to JISA1439. A
tensile stress at 50% elongation (M50), a maximum tensile stress (Tmax), an elongation at maximum load (Emax),
and an adhesiveness (cohesive failure ratio) with respect to anodized aluminum in sulfuric acid (JIS A5758) and a
glass (CF Al and CF GI) were respectively measured at the initial stage, after standing for 1 week in water immersion
condition at 50°C, and after standing for 2 weeks in water immersion condition at 50°C. Note that a pre-curing
condition was at 23°C and RH of 50% for 14 days, and a post-curing condition was at 30°C for 14 days.

[0141] The measured results were shown in Table 1 and Table 2.
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[0142] As confirmed from the Table 1 and Table 2, the silicon group-containing polymer compositions obtained in the
examples 1 to 8 are excellent in the curing property, the adhesiveness and the storage stability, and cured products
thereof possess the good physical properties. Further, they are excellent in hot water resistance, and the degree of
decrease in adhesiveness is quite small even under the water immersion state, compared to the compositions obtained
in the comparative examples 1 to 4.

Synthesis Example 8

[0143] 2,000 parts of polyoxypropylene diol (trade name, PREMINOL: manufactured by Asahi Glass Co., Ltd.) having
a viscosity of 16,000 mPas was put into a 3-liter four-necked separable flask equipped with an agitator, a dropping
funnel, a reflux tube, a thermometer, a nitrogen gas flow device, and a pressure reducing device, and was dehydrated
by conducting distillation under reduced pressure at 100°C under 10 mmHg to 20 mmHg for 1 hour. Next, it was cooled
to 50°C or lower, 44.8 parts of y-isocyanate propyltrimethoxysilane (trade name, Silquest A-link35) was put therein so
that the NCO/OH ratio became 0.97, and after the temperature was raised under the nitrogen gas flow, they were kept
stirred for 8 hours at a temperature of 60°C to 70°C. When the NCO content ratio was measured, it was decreased to
0.05% (theoretical value 0%), so that the content was taken out after being cooled. Thus, a reactive silicon group-
containing polypropylene polymer (H) having each of its two ends terminated with a reactive silicon group was obtained.
The viscosity of the polymer was 20,800 mPa-s.

Synthesis Example 9

[0144] 2,000 parts of polyoxypropylene diol (frade name, PREMINOL: manufactured by Asahi Glass Co. , Ltd.) having
a viscosity of 16,000 mPa's was put into a 3-liter four-necked separable flask equipped with an agitator, a dropping
funnel, a reflux tube, a thermometer, a nitrogen gas flow device, and a pressure reducing device, and was dehydrated
by conducting distillation under reduced pressure at 100°C under 10 mmHg to 20 mmHg for 1 hour. Next, it was cooled
to 50°C or lower, 44.8 parts of y-isocyanate propylmethyldimethoxysilane (trade name, Silquest A-link25: manufactured
by GE Toshiba Silicone Co., Ltd.) was put therein so that the NCO/OH ratio became 0.97, and after the temperature
was raised under the nitrogen gas flow, they were kept stirred for 8 hours at a temperature of 60°C to 70°C. When the
NCO content ratio was measured, it was decreased to 0.06% (theoretical value 0%), so that the content was taken out
after being cooled. Thus, a reactive silicon group-containing polypropylene polymer (l) having each of its two ends
terminated with a reactive silicon group was obtained. The viscosity of the polymer was 21, 000 mPa-s.

Synthesis Example 10

[0145] 2,000 parts of hydroxypolyoxypropylene having a hydroxyl group at one end thereof with a viscosity of 3,000
mPa-s was put into a 3-liter four-necked separable flask equipped with an agitator, a dropping funnel, a reflux tube, a
thermometer, a nitrogen gas flow device, and a pressure reducing device, and was dehydrated by conducting distillation
under reduced pressure at 100°C under 10 mmHg to 20 mmHg for 1 hour. Next, it was cooled to 50°C or lower, 91.2
parts of y-isocyanate propyltrimethoxysilane (trade name, Silquest A-link35) was put therein so that the NCO/OH ratio
became 0.97, and after the temperature was raised under the nitrogen gas flow, they were kept stirred for 8 hours at a
temperature of 60°C to 70°C. When the NCO content ratio was measured, it was decreased to 0.05% (theoretical value
0%), so that the content was taken out after being cooled. Thus, a reactive silicon group-containing polypropylene
polymer (J) having areactive silicon group at one end thereof was obtained. The viscosity of the polymerwas 3,220 mPa-s.

Synthesis Example 11

[0146] Inthe same manner as in the synthesis example 10 except that the hydroxypolyoxypropylene having a hydroxyl
group at one end thereof with a viscosity of 3,000 mPa-s used in the synthesis example 10 was changed to hydroxy-
polyoxypropylene having a hydroxyl group at one end thereof with a viscosity of 1,300 mPa-s, a reactive silicon group-
containing polypropylene polymer (K) having a reactive silicon group at one end thereof was obtained. The viscosity of
the polymer was 1,420 mPa-s.

Synthesis Example 12
[0147] Inthe same manner as in the synthesis example 10 except that the hydroxypolyoxypropylene having a hydroxyl
group at one end thereof with a viscosity of 3,000 mPa-s used in the synthesis example 10 was changed to hydroxy-

polyoxypropylene having a hydroxyl group at one end thereof with a viscosity of 130 mPa-s, a reactive silicon group-
containing polypropylene polymer (L) having a reactive silicon group at one end thereof was obtained. The viscosity of
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the polymer was 139 mPa-s.
Synthesis Example 13

[0148] In the same manner as in the synthesis example 10 except that the y-isocyanate propyltrimethoxysilane used
in the synthesis example 10 was changed to y-isocyanate propylmethyldimethoxysilane, a reactive silicon group-con-
taining polypropylene polymer (M) having a reactive silicon group at one end thereof was obtained. The viscosity of the
polymer was 3,120 mPa's

Synthesis Example 14

[0149] Atfter the air in a 2-liter four-necked separable flask equipped with an agitator, a dropping funnel, a reflux tube,
a thermometer, a nitrogen gas flow device, and a pressure reducing device was substituted with nitrogen, 900 parts of
N-(B-aminoethyl)-aminopropylmethyldimethoxysilane (trade name, Silquest A-2120) was put into the flask and then
stirred. Next, 78 parts of ion-exchange water was gradually added to the flask from the dropping funnel while flowing a
very small amount of nitrogen into the flask. Since an exothermic reaction was generated, a temperature of the content
in the flask was controlled by cooling, so that it was kept at 60°c or lower.

[0150] After the dropping of the ion-exchange water was completed, the temperature in the flask was elevated up to
80°C, and methanol being a reaction by-product was distilled off. At this time, the pressure was reduced as needed,
while checking the distilled amount (257 parts) of methanol. After the reaction completion, the temperature was cooled
to 40°C or lower, and a reaction product was taken out from the flask. Thus, 688 parts of faint-yellowtransparent amino-
functional polyorganosiloxane (N) was obtained. The amino-functional polyorganosiloxane (N) had a viscosity of 253
mPa- s, and a heating loss of 0.6% under the condition of 150°C in 1 hour.

Example 9

[0151] 3.0 parts of vinyl trimethoxysilane (trade name, Silquest A-171) was added to a mixture of 50 parts of the
reactive silicon group-containing polypropylene polymer (H) obtained in the synthesis example 8 and 50 parts of the
reactive silicon group-containing polypropylene polymer (J) having a reactive silicon group at one end thereof obtained
in the synthesis example 10, and they were mixed uniformly at room temperature for 20 minutes, and thereafter, 75
parts of synthetic calcium carbonate (trade name, HAKUENKA CCR: manufactured by Shiraishi Industrial Co., Ltd.)
being treated with fatty acid, and 75 parts of heavy calcium carbonate (trade name, WHITEN SB) were respectively
added thereto, and mixed uniformly.

[0152] Next, 60 parts of dioctyl phthalate as a plasticizer was added, and after heating and mixing under the reduced
pressure at 100°C for 3 hours, the temperature was cooled to 50°C or lower. Thereafter, 2.0 parts of N-(B-aminoe-
thyl)-aminopropyltrimethoxysilane (trade name, Silquest A-1120), 3.0 parts of vinyl trimethoxysilane, and 0.5 part of
dibutyltin dilaurate were respectively added and mixed uniformly, to thereby obtain a silicon group-containing polymer
composition.

Examples 10 and 11

[0153] In an example 10, the reactive silicon group-containing polypropylene polymer (K) having a reactive silicon
group at one end thereof obtained in the synthesis example 11 was blended instead of the reactive silicon group-
containing polypropylene polymer (J) having a reactive silicon group at one end thereof obtained in the synthesis example
10, and by conducting the same operation as in the example 9, a silicon group-containing polymer composition was
obtained. In an example 11, the reactive silicon group-containing polypropylene polymer (L) having a reactive silicon
group at one end thereof obtained in the synthesis example 12 was blended instead of the reactive silicon group-
containing polypropylene polymer (J) having a reactive silicon group at one end thereof obtained in the synthesis example
10, and by conducting the same operation as in the example 9, a silicon group-containing polymer composition was
obtained.

Example 12

[0154] 3.0 parts of vinyl trimethoxysilane (trade name, Silquest A-171) was added to a mixture of 50 parts of the
reactive silicon group-containing polypropylene polymer (l) obtained in the synthesis example 9 and 50 parts of the
reactive silicon group-containing polypropylene polymer (M) having a reactive silicon group at one end thereof obtained
in the synthesis example 13, and they were mixed uniformly at room temperature for 20 minutes, and thereafter, 75
parts of synthetic calcium carbonate (trade name, HAKUENKA CCR) being treated with fatty acid, and 75 parts of heavy
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calcium carbonate (trade name, WHITEN SB) were respectively added thereto, and mixed uniformly.

[0155] Next, 60 parts of dioctyl phthalate as a plasticizer was added, and after heating and mixing under the reduced
pressure at 100°C for 3 hours, the temperature was cooled to 50°C or lower. Thereafter, 2.0 parts of N-(B-aminoe-
thyl)-aminopropyltrimethoxysilane (trade name, Silquest A-1120), 1.0 part of 3-glycidoxypropyltrimethoxysilane, 2.0 parts
of vinyl trimethoxysilane and 0.5 part of dibutyltin dilaurate were respectively added and mixed uniformly, to thereby
obtain a silicon group-containing polymer composition.

Example 13

[0156] 3.0 parts of vinyl trimethoxysilane (trade name, Silquest A-171) was added to a mixture of 50 parts of the
reactive silicon group-containing polypropylene polymer (H) obtained in the synthesis example 8 and 50 parts of the
reactive silicon group-containing polypropylene polymer (J) having a reactive silicon group at one end thereof obtained
in the synthesis example 10, and they were mixed uniformly at room temperature for 20 minutes, and thereafter, 75
parts of synthetic calciumcarbonate (trade name, HAKUENKA CCR) being treated with fatty acid, and 75 parts of heavy
calcium carbonate (trade name, WHITEN SB) were respectively added thereto, and mixed uniformly.

[0157] Next, 60 parts of dioctyl phthalate as a plasticizer was added, and after heating and mixing under the reduced
pressure at 100°C for 3 hours, the temperature was cooled to 50°C or lower. Thereafter, 2.0 parts of the amino-functional
polyorganosiloxane obtained in the synthesis example 7, 1.0 part of 3-glycidoxypropyltrimethoxysilane, 2.0 parts of vinyl
trimethoxysilane and 0.5 part of dibutyltin dilaurate were respectively added and mixed uniformly, to thereby obtain a
silicon group-containing polymer composition.

Examples 14 and 15

[0158] In an example 14, the reactive silicon group-containing polypropylene polymer (K) having a reactive silicon
group at one end thereof obtained in the synthesis example 11 was used instead of the reactive silicon group-containing
polypropylene polymer (J) having a reactive silicon group at one end thereof obtained in the synthesis example 10, and
by conducting the same operation as in the example 13, a silicon group-containing polymer composition was obtained.
In an example 15, the reactive silicon group-containing polypropylene polymer (L) having a reactive silicon group at one
end thereof obtained in the synthesis example 12 was used instead of the reactive silicon group-containing polypropylene
polymer (J) having a reactive silicon group at one end thereof obtained in the synthesis example 10, and by conducting
the same operation as in the example 13, a silicon group-containing polymer composition was obtained.

Comparative Example 5

[0159] 3.0 parts of vinyl trimethoxysilane (trade name, Silquest A-171) was added to a mixture of 50 parts of a reactive
silicon group-containing polypropylene polymer having an allyl group terminated with trimethoxysilane at each of both
ends of its molecule (viscosity of 16,000 mPa-s) and 50 parts of a reactive silicon group-containing polypropylene polymer
having an allyl group terminated with trimethoxysilane atone end of itsmolecule (viscosity of 3,000 mPa-s) and they were
mixed uniformly at room temperature for 20 minutes, and thereafter, 75 parts of synthetic calcium carbonate (trade
name, HAKUENKA CCR) being treated with fatty acid, and 75 parts of heavy calcium carbonate (trade name, WHITEN
SB) were respectively added thereto, and mixed uniformly.

[0160] Next, 60 parts of dioctyl phthalate as a plasticizer was added, and after heating and mixing under the reduced
pressure at 100°C for 3 hours, the temperature was cooled to 50°C or lower. Thereafter, 2.0 parts of N-(B-aminoe-
thyl)-aminopropyltrimethoxysilane (trade name, Silquest A-1120), 3.0 parts of vinyl trimethoxysilane, and 0.5 part of
dibutyltin dilaurate were respectively added and mixed uniformly, to thereby obtain a silicon group-containing polymer
composition.

Comparative Example 6

[0161] A mixture of 50 parts of a reactive silicon group-containing polypropylene polymer having an allyl group termi-
nated with methyldimethoxysilane at each of both ends of its molecule (viscosity of 16,000 mPa-s) and 50 parts of a
reactive silicon group-containing polypropylene polymer having an allyl group terminated with methyldimethoxysilane
atone end of its molecule (viscosity of 3,000 mPa-s) was used, and by conducting the same operation asin the comparative
example 5, a silicon group-containing polymer composition was obtained.

[0162] Next, regarding each of the silicon group-containing polymer compositions respectively obtained in the examples
9 to 15, and in the comparative examples 5 and 6, a tensile test was conducted by manufacturing H-type specimens
according to JIS A5758, in which the 50% modulus, the maximum tensile stress, the elongation at the maximum load
and the adhesiveness (adherend: float glass) were respectively measured. Further, the tensile test was conducted with
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respect to each of the same specimens that were dipped in a hot water of 80°C for 1 week, and the 50% modulus, the
maximum tensile stress, the elongation at the maximum load and the adhesiveness (adherend: float glass) were re-
spectively measured.

[0163] Further, the surface tackiness was measured in the following manner. Specifically, the composition was pushed
out in a sheet shape of 5 mm in thickness, and was cured by moisture in the air by being allowed to stand at 20°C and
RH of 60% for 168 hours. Then, the state of the surface of the cured product was examined at the initial stage of curing,
and after standing for 5 days at 70°C. The tackiness was examined by touching with finger and was evaluated based
on the following criteria.

O: no residual tack (tackiness)
+: a little residual tack

X: residual tack

[0164] The results of these evaluations are shown in Table 3. The abbreviations in the table, namely, Tmax, Emax,
and CF ratio, respectively indicate a maximum tensile stress, an elongation at maximum load, and a cohesive failure ratio.
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[0165] As confirmed from the Table 3, the silicon group-containing polymer compositions obtained in the examples 9
to 15 are excellent in the curing property and the adhesiveness, and cured products thereof possess goodmechanical
properties. It is possible to obtain a cured product having good appearance and property with no residual tack on the
surface thereof, compared to the compositions of the comparative examples 5 and 6.

Example 16

[0166] 2,000 parts of polyoxypropylene diol (trade name, PREMINOL: manufactured by Asahi Glass Co., Ltd.) having
Mn of 16,000 with a viscosity of 18, 000 mPa-s was put into a 3-liter four-necked separable flask equipped with an
agitator, a dropping funnel, a reflux tube, a thermometer, a nitrogen gas flow device, and a pressure reducing device,
and was dehydrated by conducting distillation under reduced pressure at 100°C under 10 mmHg to 20 mmHg for 1 hour.
Next, it was cooled to 50°C or lower, 49.7 parts of y-isocyanate propyltrimethoxysilane (trade name, Silquest A-link35)
was put therein so that the NCO/OH ratio became 0.97, and after the temperature was raised under the nitrogen gas
flow, they were kept stirred for 8 hours at a temperature of 60°C to 70°C. When the NCO content ratio was measured,
it was decreased to 0.05% (theoretical value 0%), so that the content was taken out after being cooled. A reactive silicon
group-containing polypropylene polymer having a viscosity of 20,200 mPa-s was thus obtained.

[0167] Next, 3.0 parts of vinyl trimethoxysilane (trade name, Silquest-171) was added to 100 parts of the obtained
reactive silicon group-containing polypropylene polymer, and they are mixed uniformly at room temperature for 20
minutes, and thereafter, 150 parts of heavy calcium carbonate (trade name, ESD-18: manufactured by Sankyo seifun
Co., Ltd.) being surface-treated with diethylene glycol was added thereto, and mixed uniformly. After that, 60 parts of
dioctyl phthalate as a plasticizer was added, and after heating and mixing under the reduced pressure at 100°C for 3
hours, the temperature was cooled to 50°C or lower. Thereafter, 2.0 parts of N-(B-aminoethyl)-aminopropyltrimethox-
ysilane (trade name, Silquest A-1120), 3.0 parts of vinyl trimethoxysilane and 0.5 part of dibutyltin dilaurate were re-
spectively added and mixed uniformly, to thereby obtain a silicon group-containing polymer composition.

Example 17

[0168] In the example 16, the blended amount of the heavy calcium carbonate being surface-treated with diethylene
glycol was made to be 75 parts, and together with it, 75 parts of synthetic calcium carbonate (trade name, HAKUENKA
CCR: manufactured by Shiraishi Industrial Co., Ltd.) being treated with fatty acid was blended. The same operation as
in the example 16 was conducted except that point, to thereby obtain a silicon group-containing polymer composition.

Example 18

[0169] 2,000 parts of polyoxypropylene diol (trade name, PREMINOL: manufactured by Asahi Glass Co., Ltd.) having
Mn of 18,000 with a viscosity of 20,000 mPa-s was putinto a 3-liter four-necked separable flask equipped with an agitator,
a dropping funnel, a reflux tube, a thermometer, a nitrogen gas flow device, and a pressure reducing device, and was
dehydrated by conducting distillation under reduced pressure at 100°C under 10 mmHg to 20 mmHg for 1 hour. Next,
it was cooled to 50°C or lower, 43.3 parts of y-isocyanate propyltrimethoxysilane (trade name, Silquest A-link35) was
put therein so that the NCO/OH ratio became 0 - 95, and after the temperature was raised under the nitrogen gas flow,
they were kept stirred for 8 hours at a temperature of 60°C to 70°C. When the NCO content ratio was measured, it was
decreased to 0.06% (theoretical value 0%), so that the content was taken out after being cooled. A reactive silicon group-
containing polypropylene polymer having a viscosity of 24,000 mPa-s was thus obtained.

[0170] Next, 3.0 parts of vinyl trimethoxysilane (trade name, Silquest A-171) was added to 100 parts of the obtained
reactive silicon group-containing polypropylene polymer, and they are mixed uniformly at room temperature for 20
minutes, and thereafter, 150 parts of heavy calcium carbonate (trade name, ESD-2: manufactured by Sankyo Seifun
Co., Ltd.) being surface-treated with diethylene glycol was added thereto, and mixed uniformly. After that, 60 parts of
dioctyl phthalate as a plasticizer was added, and after heating and mixing under the reduced pressure at 100°C for 3
hours, the temperature was cooled to 50°C or lower. Thereafter, 2.0 parts of N-(f-aminoethyl)-aminopropyltrimethox-
ysilane (trade name, Silquest A-1120), 1.0 part of 3-glycidoxypropyltrimethoxysilane, 2.0 parts of vinyl trimethoxysilane
and 0.5 part of dibutyltin dilaurate were respectively added and mixed uniformly, to thereby obtain a silicon group-
containing polymer composition.

Example 19
[0171] Heavy calcium carbonate (trade name, ESD-18P: manufactured by Sankyo Seifun Co., Lid.) being surface-

treated with propylene glycol was used in place of the heavy calcium carbonate (trade name, ESD-18: manufactured
by Sankyo Seifun Co., Ltd. ) being surface-treated with diethylene glycol used in the example 16. The same operation
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as in the example 16 was conducted except that point, to thereby obtain a silicon group-containing polymer composition.
Example 20

[0172] In the example 17, instead of the 2.0 parts of the N-(B-aminoethyl)-aminopropyltrimethoxysilane (trade name,
Silquest A-2120), 2.0 parts of 4-amino-3,3-dimethylbutyltrimethoxysilane was used. The same operation as in the ex-
ample 17 was conducted except that point, to thereby obtain a silicon group-containing polymer composition.

Example 21

[0173] Atfter the air in a 2-liter four-necked separable flask equipped with an agitator, a dropping funnel, a reflux tube,
a thermometer, a nitrogen gas flow device, and a pressure reducing device was substituted with nitrogen, 900 parts of
N-(B-aminoethyl)-aminopropylmethyldimethoxysilane (trade name, Silquest A-2120) was put into the flask and then
stirred. Next, 78 parts of ion-exchange water was gradually added to the flask from the dropping funnel while flowing a
very small amount of nitrogen into the flask. Since an exothermic reaction was generated, a temperature of the content
in the flask was controlled by cooling, so that it was kept at 60°C or lower.

[0174] Atfter the dropping of the ion-exchange water was completed, the temperature in the flask was elevated up to
80°C, and methanol being a reaction by-product was distilled off. At this time, the pressure was reduced as needed,
while checking the distilled amount (257 parts) of methanol. After the reaction completion, the temperature was cooled
to 40°C or lower, and a reaction product was taken out from the flask. Thus, 688 parts of faint-yellow transparent amino-
functional polyorganosiloxane was obtained. The amino-functional polyorganosiloxane had a viscosity of 253 mPa- s
and a heating loss of 0.6% under the condition of 150°C in 1 hour.

[0175] In the example 16, instead of the 2.0 parts of the N-(B-aminoethyl)-aminopropyltrimethoxysilane (trade name,
Silquest A-2120), 2.0 parts of the amino-functional polyorganosiloxane obtained in the aforementioned method was
used, and by conducting the same operation as in the example 16 except that point, a silicon group-containing polymer
composition was obtained.

Comparative Examples 7 to 9

[0176] A comparative example 7 was conducted such that in the example 16, heavy calcium carbonate (trade name,
MC coat S-23: manufactured by Maruo Calcium Co., Ltd.) being treated with fatty acid was blended instead of the heavy
calcium carbonate being surface-treated with diethylene glycol. Except that point, the same operation with the same
components as in the example 16 was conducted, to thereby obtain a silicon group-containing polymer composition.
[0177] A comparative example 8 was conducted such that in the example 17, 150 parts of synthetic calcium carbonate
(trade name, HAKUENKA CCR) being treated with fatty acid was blended instead of the heavy calcium carbonate being
surface-treated with diethylene glycol. Except that point, the same operation with the same components as in the example
17 was conducted, to thereby obtain a silicon group-containing polymer composition.

[0178] A comparative example 9 was conducted such that in the example 18, heavy calcium carbonate (trade name,
WHITEN SB blue: manufactured by Shiraishi Industrial Co., Ltd.) being treated with fatty acid was blended instead of
the heavy calcium carbonate being surface-treated with diethylene glycol. Except that point, the same operation with
the same components as in the example 18 was conducted, to thereby obtain a silicon group-containing polymer com-
position.

Comparative Examples 10 to 12

[0179] In order to improve the tack, in a comparative example 10, 1 part of an acrylic compound (trade name, Aronix
M-309: manufactured by Toa Synthetic Chemical Industrial Co., Ltd.) was further blended with the silicon group-containing
polymer composition obtained in the comparative example 7. In a comparative example 11 and in a comparative example
12, 1 part of an acrylic compound (trade name, Aronix M-309) was further blended with the silicon group-containing
polymer composition obtained in the comparative example 8 and in the comparative example 9, to thereby respectively
obtain a composition.

[0180] Next, regarding each of the silicon group-containing polymer compositions respectively obtained in the examples
16 to 21, and in the comparative examples 7 to 12, a surface tackiness (tackiness), a surface crack, and the change in
color were examined, and adhesiveness was measured at the initial stage and under water immersion condition, re-
spectively. The surface tackiness, the surface crack, the change in color, and the adhesiveness were respectively
measured as follows.
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(f) Surface tackiness

[0181] The composition was pushed out in sheet shapes of 5 mm in thickness, and were allowed to stand for 24 hours,
72 hours, and 168 hours, respectively, under the atmosphere of 23°C and 50% RH, and after that, the state of the surface
of the cured product of the respective compositions was examined by touching with a finger, and the tackiness was
evaluated based on the following criteria. Further, the tackiness of each of the obtained compositions which were heated
at 70°C for 5 days was evaluated in the same manner.

O: no residual tack (tackiness)
+: a little residual tack (tackiness)
X: residual tack (tackiness)

(9) Surface crack and change in color

[0182] The surface of the cured product after being irradiated for 2,000 hours with the use of Sunshine Weather-O-
Meter manufactured by Shimadzu Corporation was observed. Accordingly, the crack was evaluated based on the fol-
lowing criteria. Further, the presence/absence of the change in color was examined.

O: no cracks
+: a little cracks
X: large cracks

(h) Adhesiveness
[0183] According to JIS K6301, a cohesive failure ratio was measured with respect to anodized aluminum in sulfuric
acid (JIS A5758)(AL) and a float glass (FG), each of which was an adherend. Further, the cohesive failure ratio after

standing for 14 days in water immersion condition at 50°C was measured in the same manner.
[0184] The measured results were respectively shown in Table 4 and Table 5.
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[0185] As confirmed from the measured results in the Table 4 and Table 5, the silicon group-containing polymer
compositions obtained in the examples 16 to 21 have no residual tack on the surface of the cured product, rarely
generates cracks and change in color, and are excellent in adhesiveness. Further, they are excellent in water resistance,
so that the degree of decrease in adhesiveness is quite small even under the water immersion state, compared to the
compositions obtained in the comparative examples 7 to 12.

Industrial Applicability

[0186] A room temperature curable silicon group-containing polymer composition according to the present invention
can attain good expression of initial adhesiveness and is excellent in water resistance, especially in hot water resistance,
so that the degree of decrease in adhesiveness is quite small even under the state of being immersed in water such as
condensation water. Further, residual tack and fine cracks are prevented from occurring on a surface of a cured product,
which provides excellent workability. Therefore, the silicon group-containing polymer composition is suitably used as an
elastic adhesive and a coating material in the electric and electronic fields, as an architectural sealing material, and the like.

Claims
1. A room temperature curable silicon group-containing polymer composition, comprising:

(A) areactive silicon group-containing polymer obtained through a urethane reaction between polyoxypropylene
polyol whose number average molecular weight is 500 to 50,000 and y-isocyanate propyltrialkoxysilane, having
a main chain being substantially composed of polyoxypropylene, and having a reactive silicon-containing group
represented by a formula:

[Chemical Formula 24]

o
RO —-Isi-—v(CH,),NHc:oo—-—
=14

(1)

(wherein R1s are the same or different and each represents an alkyl group having 1 to 4 carbons) at an end of
the main chain, and based on 100 parts by weight of said reactive silicon group-containing polymer;

(B) 0.01 to 10 parts by weight of a curing catalyst; and

(C) 0.05 to 25 parts by weight of a hydrolyzed and condensed product of amino group-substituted alkoxysilane.

2. The room temperature curable silicon group-containing polymer composition according to claim 1,
wherein said (C) the hydrolyzed and condensed product of amino group-substituted alkoxysilane is a hydrolyzed
and condensed product of amino group-substituted dialkoxysilane.

3. The room temperature curable silicon group-containing polymer composition according to claim 1 or 2,

wherein said (C) the hydrolyzed and condensed product of amino group-substituted alkoxysilane is at least one kind
selected from linear polydiorganosiloxane represented by the general formula:

[Chemical Formula 25]
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Rz i ?2 R
RL% 1-—0J_ S 1=~0Q Sl j—R4
R fl{a ]La

.,

(wherein R2s are the same or different and each represents an alkyl group, and R3s represent aminopropyl groups
or N-(B-aminoethyl)-aminopropyl groups. R4s represent hydroxyl groups or alkoxyl groups m is an integer of 0 (zero)
to 30.), and cyclic polydiorganosiloxane represented by the general formula:

[Chemical Formula 26]

Crr O
1
?i—c

L2

(wherein R2s represents the same or different alkyl group, and R3 represents an aminopropyl group or an N-(p-
aminoethyl)-aminopropyl group. 1 is an integer of 3 to 30.)

The room temperature curable silicon group-containing polymer composition according to claim 1,
wherein said (B) curing catalyst is a tin-based curing catalyst.

A room temperature curable silicon group-containing polymer composition according to claim 1, further comprising:
(D) 1 to 500 parts by weight of heavy calcium carbonate being surface-treated with glycol that is liquid at room
temperature, the glycol being at least one kind selected from ethylene glycol, propylene glycol, diethylene glycol,
and 1,4-butanediol.

A room temperature curable silicon group-containing polymer composition, comprising:

(A) areactive silicon group-containing polymer obtained through a urethane reaction between polyoxypropylene
polyol whose number average molecular weight is 500 to 50,000 and y-isocyanate propyltrialkoxysilane, having

a main chain being substantially composed of polyoxypropylene, and having a reactive silicon-containing group
represented by a formula:
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[Chemical Formula 32]

QR

mo -—Iél-——-(CHz)ﬂHcoo__
: QOR’

(1)

(wherein Rs are the same or different and each represents an alkyl group having 1 to 4 carbons) at an end of
the main chain, and based on 100 parts by weight of said reactive silicon group-containing polymer;

(B) 0.01 to 10 parts by weight of a curing catalyst;

(C1) 0.05 to 25 parts by weight of amino group-substituted alkoxysilane, and

(D) 1 to 500 parts by weight of heavy calcium carbonate being surface-treated with glycol that is liquid at room
temperature, the glycol being at least one kind selected from ethylene glycol, propylene glycol, diethylene glycol,
and 1,4-butanediol.

7. The room temperature curable silicon group-containing polymer composition according to claim 6,
wherein said (C1) amino group-substituted alkoxysilane is N-(B-aminoethyl)-aminopropyltrimethoxysilane.

8. The room temperature curable silicon group-containing polymer composition according to claim 6,

wherein said (C1) amino group-substituted alkoxysilane is alkoxysilane having an amino group-substituted alkyl
group represented by the general formula. (R50)5 R%,Si-R7 (wherein R5 and R8 are the same or different and each
represents an alkyl group, k is an integer of 0 (zero) to 2. R7 represents an amino group-substituted alkyl group
having a branch represented by the general formula: -(CHz)p-CHR8 -(CHz)q-NH2 or the general formula:
~(CHy),-C(R8),~(CH,) -NH,.

Here R8 represents an alkyl group having 1 to 4 carbons, and p and q respectively represent an integer of 1 to 8.
However, p + q is an integer of 9 or smaller.)

Patentanspriiche
1. Bei Raumtemperatur aushartbare, eine Siliciumgruppe enthaltende Polymerzusammensetzung umfassend:

(A) ein eine reaktive Siliciumgruppe enthaltendes Polymer, das durch eine Urethanreaktion zwischen Polyoxy-
propylenpolyol, dessen zahlendurchschnittliches Molekulargewicht 500 bis 50.000 betragt, und y-Isocyanatpro-
pyltrialkoxysilan erhalten wird, das eine Hauptkette aufweist, die im Wesentlichen aus Polyoxypropylen besteht,
und eine reaktive Silicium enthaltende Gruppe, die durch eine Formel dargestellt ist:

[chemische Formel 24]
oM

{
R'O ——8i——(GH ) NHOOO—
QR

(1)

(wobei die R1 gleich oder verschieden sind und jeweils eine Alkylgruppe darstellen, die 1 bis 4 Kohlenstoffatome
aufweist) an einem Ende der Hauptkette und auf 100 Gewichtsteile des eine reaktive Siliciumgruppe enthal-
tenden Polymers bezogen, aufweist;

(B) 0,01 bis 10 Gewichtsteile eines Aushartungskatalysators; und

(C) 0,05 bis 25 Gewichtsteile eines hydrolysierten und kondensierten Produkts von mit einer Aminogruppe
substituiertem Alkoxysilan.

2. Bei Raumtemperatur aushéartbare, eine Siliciumgruppe enthaltende Polymerzusammensetzung nach Anspruch 1,
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wobei das (C) hydrolysierte und kondensierte Produkt von mit einer Aminogruppe substituiertem Alkoxysilan ein
hydrolysiertes und kondensiertes Produkt von mit einer Aminogruppe substituiertem Dialkoxysilan ist.

Bei Raumtemperatur aushartbare, eine Siliciumgruppe enthaltende Polymerzusammensetzung nach Anspruch 1
oder 2,

wobei das (C) hydrolysierte und kondensierte Produkt von mit einer Aminogruppe substituiertem Alkoxysilan min-
destens eine Art ausgewahlt unter linearem Polydiorganosiloxan, das durch die allgemeine Formel dargestellt ist:

[chemische Formel 25]
Rﬂ Fz RZ

RrR* RrR3 R?

()

(wobei die R2 gleich oder verschieden sind und jeweils eine Alkylgruppe darstellen und die R3 Aminopropylgruppen
oder N-(B-Aminoethyl)-aminopropylgruppen darstellen, die R4 Hydroxylgruppen oder Alkoxylgruppen darstellen, m
eine ganze Zahl von 0 (null) bis 30 ist) und cyclischem Polydiorganosiloxan ist, das durch die allgemeine Formel
dargestellt ist:

[chemische Formel 26]

RI
|

5i—0
L,

.(3)

(wobei R2 die gleiche oder eine andere Alkylgruppe darstellt und R3 eine Aminopropylgruppe oder eine N-(B-
Aminoethyl)-aminopropylgruppe darstellt, 1 eine ganze Zahl von 3 bis 30 ist).

Bei Raumtemperatur aushartbare, eine Siliciumgruppe enthaltende Polymerzusammensetzung nach Anspruch 1,
wobei der (B) Aushartungskatalysator ein Aushartungskatalysator auf Zinnbasis ist.

Bei Raumtemperatur aushartbare, eine Siliciumgruppe enthaltende Polymerzusammensetzung nach Anspruch 1,
des Weiteren Folgendes umfassend:

(D) 1 bis 500 Gewichtsteile schweres Calciumcarbonat, das mit Glycol oberflichenbehandelt wird, das bei
Raumtemperatur flissig ist, wobei das Glycol mindestens eine Art ist ausgewahlt unter Ethylenglycol, Propy-
lenglycol, Diethylenglycol und 1,4-Butandiol.

Bei Raumtemperatur aushartbare, eine Siliciumgruppe enthaltende Polymerzusammensetzung umfassend:
(A) ein eine reaktive Siliciumgruppe enthaltendes Polymer, das durch eine Urethanreaktion zwischen Polyoxy-
propylenpolyol, dessen zahlendurchschnittliches Molekulargewicht 500 bis 50.000 betragt, und y-Isocyanatpro-

pyltrialkoxysilan erhalten wird, das eine Hauptkette aufweist, die im Wesentlichen aus Polyoxypropylen besteht,
und eine reaktive Silicium enthaltende Gruppe, die durch eine Formel dargestellt ist:
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[chemische Formel 32]
OR

H'iD-—’ I_H(CHE)JVHC‘QO-—
QORT

(D)

(wobei die R1 gleich oder verschieden sind und jeweils eine Alkylgruppe darstellen, die 1 bis 4 Kohlenstoffatome
aufweist) an einem Ende der Hauptkette und auf 100 Gewichtsteile des eine reaktive Siliciumgruppe enthal-
tenden Polymers bezogen, aufweist;

(B) 0,01 bis 10 Gewichtsteile eines Aushartungskatalysators;

(C1) 0,05 bis 25 Gewichtsteile von mit einer Aminogruppe substituiertem Alkoxysilan; und

(D) 1 bis 500 Gewichtsteile schweres Calciumcarbonat, das mit Glycol oberflichenbehandelt wird, das bei
Raumtemperatur flissig ist, wobei das Glycol mindestens eine Art ist ausgewahlt unter Ethylenglycol, Propy-
lenglycol, Diethylenglycol und 1,4-Butandiol.

7. Bei Raumtemperatur aushartbare, eine Siliciumgruppe enthaltende Polymerzusammensetzung nach Anspruch 6,
wobei das (C1) mit einer Aminogruppe substituierte Alkoxysilan N-(R-Aminoethyl)-aminopropyltrimethoxysilan ist.

8. Bei Raumtemperatur aushartbare, eine Siliciumgruppe enthaltende Polymerzusammensetzung nach Anspruch 6,
wobei das (C1) mit einer Aminogruppe substituierte Alkoxysilan Alkoxysilan ist, das eine mit einer Aminogruppe
substituierte Alkylgruppe aufweist, die durch die allgemeine Formel dargestellt ist: (R?0)5  R%,Si-R” (wobei R® und
R gleich oder verschieden sind und jedes eine Alkylgruppe darstellt, k eine ganze Zahl von 0 (null) bis 2 ist, R7
eine mit einer Aminogruppe substituierte Alkylgruppe darstellt, die einen Zweig aufweist, der durch die allgemeine
Formel dargestelltist: -(CHz)p-CHR8-(CH2)q-NH2 oder die allgemeine Formel -(CHz)p-C(Rs)z-(CHz)q-NH2. Hier stellt
R8 eine Alkylgruppe dar, die 1 bis 4 Kohlenstoffatome aufweist und p und q stellen jeweils eine ganze Zahl von 1
bis 8 dar. p + q ist jedoch eine ganze Zahl von 9 oder weniger).

Revendications
1. Composition polymere contenant un groupe silicium durcissable a température ambiante, comprenant:

(A) un polymére contenant un groupe silicium réactif obtenu a travers une réaction uréthane entre du polyoxy-
propyléne polyol dont le poids moléculaire moyen en nombre est de 500 a 50 000 et du y-isocyanate propyl-
trialcoxysilane, ayant une chaine principale substantiellement composée de polyoxypropyléne, et ayant un
groupe réactif contenant du silicium représenté par une formule:

[formule chimique 24]
om

{
R'Q —-?i-—'(c::—ri);w-tc.oo—-—
O
(1)

(dans laquelle les R sont identiques ou différents et représentent chacun un groupe alkyle ayant 1 a 4 atome(s)
de carbone) a une extrémité de la chaine principale, et basé sur 100 parties en poids dudit polymére contenant
un groupe réactif silicium;

(B) 0,01 a 10 partie(s) en poids d’un catalyseur de durcissement; et

(C) 0,05 a 25 partie(s) en poids d’'un produit hydrolysé et condensé d’alcoxysilane substitué par un groupe amino.
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Composition polymeére contenant un groupe silicium durcissable a température ambiante selon la revendication 1,
dans laquelle (C) le produit hydrolysé et condensé de I'alcoxysilane substitué par un groupe amino est un produit
hydrolysé et condensé de dialcoxysilane substitué par un groupe amino.

Composition polymére contenant un groupe silicium durcissable a température ambiante selon la revendication 1
ou 2,

dans laquelle ledit (C) produit hydrolysé et condensé d’alcoxysilane substitué par un groupe amino est au moins
un type sélectionné parmi le polydiorganosiloxane linéaire représenté par la formule générale:

[formule chimique 25]

B[R )
RLL i—0O § t=-Q Sl f—R4
R* R? ]:’ta

n
()

(dans laquelle les R2 sont identiques ou différents et représentent chacun un groupe alkyle, et les R3 représentent
des groupes aminopropyle ou des groupes N-(B-aminoéthyl)-aminopropyle, les R4 représentent des groupes hy-
droxyle ou des groupes alcoxyle, m est un nombre entier d’'une valeur de 0 (zéro) a 30), et le polydiorganosiloxane
cyclique représenté par la formule générale:

[formule chimique 26]

()
3i—0
]3
R

|

.(3)

(dans laquelle R2 représente le groupe alkyle identique ou différent, et R3 représente un groupe aminopropyle ou
un groupe N-(3-aminoéthyl)-aminopropyle, 1 est un nombre entier d’'une valeur de 3 a 30.)

Composition polymeére contenant un groupe silicium durcissable a température ambiante selon la revendication 1,
dans laquelle ledit (B) catalyseur de durcissement est un catalyseur de durcissement a base d’étain.

Composition polymeére contenant un groupe silicium durcissable a température ambiante selon la revendication 1,
comprenant en outre:

(D) 1 a 500 partie(s) en poids de carbonate de calcium lourd étant traité en surface avec du glycol qui est liquide
atempérature ambiante, le glycol étant au moins un type sélectionné parmil’éthyléne glycol, le propylene glycol,
le diéthylene glycol, et le 1,4-butanediol. 1.

Composition polymeére contenant un groupe silicium durcissable a température ambiante, comprenant:

(A) un polymeére contenant un groupe réactif silicium obtenu a travers une réaction uréthane entre du polyoxy-
propyléne polyol dont le poids moléculaire moyen en nombre est de 500 a 50 000 et du y-isocyanate propyl-
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trialcoxysilane, ayant une chaine principale étant substantiellement composée de polyoxypropyléne, et ayant
un groupe réactif contenant du silicium représenté par une formule:

[formule chimique 32]
o

"o '_%'_-“(GHE)JVHGOO-—
oRY

(1)

(dans laquelle les R sont identiques ou différents et représentent chacun un groupe alkyle ayant 1 a 4 atome(s)
de carbone) a une extrémité de la chaine principale, et basé sur 100 parties en poids dudit polymére contenant
un groupe réactif silicium;

(B) 0,01 a 10 partie(s) en poids d’un catalyseur de durcissement;

(C1) 0,05 a 25 partie(s) en poids d’alcoxysilane substitué par un groupe amino; et

(D) 1 a 500 partie(s) en poids de carbonate de calcium lourd étant traité en surface avec du glycol qui est liquide
atempérature ambiante, le glycol étant au moins un type sélectionné parmil’éthyléne glycol, le propylene glycol,
le diéthylene glycol, et le 1,4-butanediol.

Composition polymeére contenant un groupe silicium durcissable a température ambiante selon la revendication 6,
dans laquelle ledit (C1) alcoxysilane substitué par un groupe amino est le N-(B-aminoéthyl)-aminopropyltriméthoxy-
silane.

Composition polymeére contenant un groupe silicium durcissable a température ambiante selon la revendication 6,
dans laquelle ledit (C1) alcoxysilane substitué par un groupe amino est un alcoxysilane ayant un groupe alkyle
substitué par un groupe amino, représenté par la formule générale: (R°0); ,R%,Si-R” (dans laquelle R5 et R® sont
identiques ou différents et représentent chacun un groupe alkyle, k est un nombre entier d’'une valeur de 0 (zéro)
a2, R représente un groupe alkyle substitué par un groupe amino ayant une ramification représentée par la formule
générale: -(CH2)p-CHR8-(CH2)q-NH2 ou la formule générale: - (CHz)p-C(Rs)z-(CHz)q-NH2. Ici R8 représente un
groupe alkyle ayant 1 a 4 atome(s) de carbone, et p et q représentent respectivement un nombre entier d'une valeur
de 1 a 8. Cependant, p + q est un nombre entier d’'une valeur de 9 ou inférieure.)
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