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(54) POLYMER MATERIAL SIMULATION METHOD

(57) A computerized simulation method for evaluat-
ing dispersion of fillers in a high polymer material, the
method comprises a step (S1) of defining a filler model
comprising at least one particle, a step (S2) of defining
a polymer model comprising a plurality of particles each
having a first potential with respect to the particle of the
filler model, a step (S4) of performing a molecular dy-
namics calculation of the filler model and the polymer
model placed in a predetermined virtual space on the
computer, and a step (S5) of observing the dispersion of
the filler model from data obtained in the molecular dy-
namics calculation. The polymer model further compris-
es at least one modified basal particle having a second
potential with respect to the particle of the filler model,
wherein the second potential differs from the first poten-
tial.
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Description

[Technical Field]

[0001] The present invention relates to a simulation
method for a high polymer material useful for evaluating
or improving filler dispersion.

[Background Art]

[0002] These days, various type of computerized sim-
ulations (numerical calculation) for a high polymer mate-
rial have been proposed. This kind of simulation is mainly
based on a coarse-graining molecular dynamics (MD)
calculation.
[0003] In the molecular dynamics calculation, a mate-
rial model that includes a plurality of computational par-
ticles is firstly defined based on the molecular structure
of a high polymer material to be analyzed, wherein each
particle represents an atom, a group thereof, a molecule
of the molecular structure and the like. Then, a computer
calculates the position of each particle of the material
model with a small time interval based on a motion equa-
tion of the Newton.
[0004] According to such a molecular dynamics calcu-
lation, it may be possible to trace a microscopic move-
ment of each particle of the material model. Thus, the
property and microscopic movement of the high polymer
material is analyzed without experiment. Furthermore,
better simulation result that does not depend on an initial
configuration of particles of the material model may be
obtained by providing enough trace time.

[Related Art Documents]

[Patent Documents]

[0005]

[Patent Document 1] Japanese Unexamined Patent
Application Publication No. 2006-64658
[Patent Document 2] Japanese Unexamined Patent
Application Publication No. 2007-233859
[Patent Document 3] Japanese Unexamined Patent
Application Publication No. 2009-110228

[Summary of Invention]

[Problem to be Solved by the Invention]

[0006] A high polymer material such as rubber and the
like contains fillers such as carbon black, or silica. It is
well known in the art that the filler affects the property of
the rubber.
[0007] Unfortunately, since the conventional simula-
tion method is made using the material model that em-
ploys a uniform polymer model and a filler model, it may
be difficult to evaluate filler dispersion in an actual high

polymer material.
[0008] The present invention has been worked out in
light of the circumstances described above, and has a
main object of providing a simulation method for a high
polymer material useful for evaluating or improving filler
dispersion in an actual high polymer material by modify-
ing a polymer model so as to include a modified basal
particle having a different potential with respect to a non-
modified particle.

[Means for Solving the Problem]

[0009] In accordance with the present invention, there
is provided a computerized simulation method for eval-
uating dispersion of fillers in a high polymer material, the
method comprising defining a filler model available for
use with the computerized simulation, the filler model
comprising at least one particle, defining a polymer model
available for use with the computerized simulation, the
polymer model comprising a plurality of particles each
having a first potential with respect to the particle of the
filler model, and at least one modified basal particle hav-
ing a second potential with respect to the particle of the
filler model, wherein the second potential differs from the
first potential, performing a molecular dynamics calcula-
tion of the filler model and the polymer model placed in
a predetermined virtual space on the computer, and ob-
serving the dispersion of the filler model from data ob-
tained in the molecular dynamics calculation.
[0010] In another aspect of the invention, the filler mod-
el may comprise a plurality of particles.
[0011] In another aspect of the invention, the method
may further comprise linking the particle of the filler model
to the modified basal particle of the polymer model, when
the modified basal particle of the polymer model ap-
proaches to the particle of the filler model within a pre-
determined distance in the molecular dynamics calcula-
tion.
[0012] In another aspect of the invention, each of the
first potential and the second potential may be defined
so as to occur a repulsive force between two particles,
and the repulsive force based on the second potential is
weaker than that of the first potential.
[0013] According to the present invention, the filler dis-
persion in a high polymer material may be evaluated.
[0014] An actual high polymer material is usually add-
ed a modifying agent to modify the structure or chemical
properties of bases thereof. The present invention in-
cludes the polymer model including at least one modified
basal particle having a potential different from that of a
non-modified particle of the polymer model. Thus, ac-
cording to the present invention may evaluate dispersion
of fillers in an actual high polymer material that contains
a modified agent through the molecular dynamics calcu-
lation. It may helpful to develop a new high polymer ma-
terial by evaluating effect of a modified agent (a modified
base).
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[Brief Description of the Drawings]

[0015]

FIG. 1 is a flow chart of the simulation method in this
embodiment.
FIG. 2 is a diagram illustrating a filler model, and a
polymer model with a modified basal particle.
FIG.3A is a perspective view of a simulation model
in a state before performing a molecular dynamics
calculation.
FIG. 3B is a perspective view of the simulation model
in a state after performing the molecular dynamics
calculation.
FIG. 4 is a diagram illustrating a polymer model with-
out the modified basal particle.
FIG. 5 is a perspective view of the simulation model
using the polymer model without the modified basal
particle in a state after performing the molecular dy-
namics calculation.

[Description of the Numerals]

[0016]

2 non-modified particle of polymer model
3 polymer model
5 modified basal particle of polymer model
6 particle of filler model
7 filler model

[Mode for Carrying out the Invention]

[0017] An embodiment of the present invention will be
explained below with reference to the accompanying
drawings. The embodiment of the present invention pro-
vides for a computerized simulation method for evaluat-
ing dispersion of fillers in a high polymer material. Here,
the term "high polymer material" is intended to include at
least rubber, resin and elastomer. The term "filler" is in-
tended to include at least carbon black, silica and alumi-
na.
[0018] FIG. 1 illustrates a flowchart of the simulation
method as an embodiment of the present invention. The
simulation method in accordance with the present em-
bodiment includes defining a filler model available for use
with the computerized simulation, wherein the filler model
includes at least one particle (Step S1). The filler model
corresponds to numerical data stored in a computer to
represent behavior of the filler in the molecular dynamics
calculation.
[0019] FIG. 2 illustrates an embodiment of the visual-
ized filler model 7. The filler model 7 has a three-dimen-
sional configuration that includes a plurality of particles
6, and a bonding chain 8 connecting between two parti-
cles 6 and 6. In this embodiment, nine particles 6 are
employed to define the filler model 7. The filler model 7
is defined to simulate behavior of the filler for reinforcing

rubber material. In this embodiment, the three-dimen-
sional configuration of the filler model 7 is determined
based on actual silica. The bonding chain 8 functions to
maintain a certain bond length between two particles 6
and 6 of the filler model 7. The bonding chain 8 is stored
in the computer as a computational spring element hav-
ing its equilibrium length and spring constant.
[0020] Next, the simulation method includes defining
a polymer model 3 available for use with the computer-
ized simulation (Step S2), wherein the polymer model 3
includes a plurality of particles, preferably at least three
particles. In this embodiment, the polymer model 3 in-
cludes fourteen particles 2 and 5. In the molecular dy-
namics calculation, the polymer model 3 corresponds to
numerical data stored in the computer to represent be-
havior of the polymer in the high polymer material.
[0021] FIG. 2 illustrates an embodiment of the visual-
ized polymer model 3. The polymer model 3 in accord-
ance with the present embodiment has a three-dimen-
sional straight chain configuration that includes a plurality
of particles (non-modified particles) 2, a modified basal
particle 5, and bonding chains (not illustrated) each con-
necting between two particles.
[0022] Next, necessary conditions for the molecular
dynamics calculation are set (step S3), and then the mo-
lecular dynamics calculation is performed using the filler
model 7 and the polymer model 3 placed in a predeter-
mined virtual space on the computer (Step S4).
[0023] Each of the particles 6 of the filler model 7 and
the particles 2 and 5 of the polymer model 3 represents
a material point in the motion equation used in the mo-
lecular dynamics calculation. Thus, the conditions in-
clude at least a mass, a volume, a diameter, and the
initial position of each of the particles 2, 5 and 6. Further-
more, since the molecular dynamics calculation is per-
formed in the virtual space (a cell) in which the filler model
7 and the polymer model 3 are arranged, a boundary
condition for the cell may be set. In addition, potential is
set among particles 2, 5 and 6. The conditions described
above are stored in the computer as numeric data.
[0024] The potential is a function of the distance be-
tween two concerned particles to calculate a force that
acts therebetween. In this example, for the following com-
binations of two particles, potentials P1-P6 are defined:

particles 2-6: potential P1,
particles 2-2: potential P2,
particles 6-6: potential P3,
particles 5-6: potential P4,
particles 2-5: potential P5, and
particles 5-5: potential P6.

In this example, the potential is given by the following
expression (1):

3 4 
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[0025] Here, a ij is the strength of the potential defined
between the particles concerned, r ij is the distance be-
tween the centers of the particles concerned, and rc is
the cutoff distance predetermined between the centers
of the particles concerned. With the expression (1), the
potential is defined such that a repulsive force occurs if
the distance rij is decreased under the cutoff distance rc.
If the distance rij is equal to the cutoff distance rc, the
potential U is zero and no repulsive force occurs between
the particles. In this example, the cutoff distance rc is set
at 1[σ].
[0026] The potential P1-P6 may be adjusted by chang-
ing the value of the strength a ij in the expression (1). In
this example, the strength aij of the potentials are set as
follows:

potential P1: aij = 72,
potential P2: aij = 50,
potential P3: aij = 50,
potential P4: aij = 12,
potential P5: aij = 50, and
potential P6: aij = 50.

[0027] In this embodiment, a coarse-graining molecu-
lar calculation, especially a technique called as "DBP
(Dissipative Particle Dynamics)" is employed for the mo-
lecular calculation. The original paper of DBP technique
(J. Chem Phys. 107 (11) 4423-4435 (1997)) proposed to
use the potential having the parameter aij of 25 between
the same kinds of particles. As a result of many research-
es, the potential having the parameter aij of 50 between
the same kinds of particles, and the parameter aij of 72
between the different kinds of particles came out (for ex-
ample, Macromolcule vol.39 6744 (2006)). In this em-
bodiment, these parameters are employed. In addition,
the parameter aij of 12 is given as an example of a value
lower than the aij of 50.
[0028] Further, the parameters aij (= 12) of the potential
P4 between the particles 6 of the filler model 7 and the
modified basal particle 5 of the polymer model 3 is set
weaker than the parameter aij (= 72) of the potential P1
between the particle 6 of the filler model 7 and the particle
2 of the polymer model 3. Accordingly, the repulsive force
based on the potential between the modified basal par-
ticle 5 of the polymer model 3 and the particle 6 of the
filler model 7 is weaker than the repulsive force between
the particle 2 of the polymer model 3 and the particle 6
of the filler model 7 in the molecular calculation. In other
words, the modified basal particle 5 is defined the poten-
tial so as to have high affinity to the particle 6 of the filler
model 7, as compared to the particle 2.
[0029] In an actual case, a modifying agent for giving
affinity may be blended into an high polymer material. In
the computer simulation, the modified basal particle 5 (a
modified polymer) of the polymer model 3 with a high
affinity property may represent such a modifying agent
or modified polymer each of which controls dispersion of
fillers in the actual high polymer material. In this embod-

iment, each potential of the particles 2, 5 and 6 is defined
by the formula (1). Thus, the modified basal particle may
be introduced into the molecular dynamics calculation
easily by adjusting the parameter aij.
[0030] To perform the molecular dynamics calculation
on the computer, as shown in FIG. 3(a), the polymer mod-
el 3 and the filler model 7 are initially placed in the cell S
having a predetermined space. The cell S is a virtual
space that corresponds a micro part of the high polymer
material to be analyzed. The cell S in this embodiment
is defined as a cube having each side of 24.7σ. Here, "σ"
means a unit for length used in the coarse graining mo-
lecular dynamics calculation. In this embodiment, the pol-
ymer models 3 of 2,571 and the filler models 7 of 1,000
are initially placed in random in the cell S.
[0031] Assuming that all of the models 3 and 7 follow
the classical dynamics, the calculation according to New-
ton’s equation of motion is made about the cell S during
a given time period in the molecular dynamics calcula-
tion, and the motion of each of the particles 2, 5 and 6 is
tracked at each time step during the time period. During
the molecular dynamics calculation, the conditions such
as the numbers of the respective filler particles, the vol-
ume of the cell, and the temperature of the cell are main-
tained constant. The molecular dynamics calculation
may be finished when a predetermined number of steps
are completed (200,000 steps, for example).
[0032] Next, a step (Step S5) of observing for disper-
sion of filler models 7 is performed based on the results
of the molecular dynamics calculation. Usually, fillers ex-
hibit a good reinforcing effect by being dispersed uni-
formly in the polymer. Thus, it is important to include the
step of observing the dispersion of the filler model 7.
[0033] FIG. 3(b) illustrates a result of the molecular dy-
namics calculation. In FIG. 3(b), the filler models 7 dis-
played by the whitish color is dispersed in a relatively
wide range. From the result of FIG. 3(b), it is assumed
that dispersion of fillers may be changed (improved) by
offering a modifying agent. The observing step may be
observed by the naked eyes of an observer through a
display device that shows a visualized calculation result.
The observing step may include a quantitative observa-
tion for evaluating dispersion of the filler models 7. For
example, the quantitative observation may include cal-
culating a radial distribution function of the filler models
a computer, and comparing it with respect to a predeter-
mined threshold.
[0034] As a result of the step of observing, when it is
judged that dispersion of the filler models 7 is not satis-
factory, the configuration of the polymer models 3 are
revised by changing the number of the modified basal
particles 5, for example. Then the molecular dynamics
calculation may be performed again in a similar fashion
described above to find the better dispersion of filler mod-
els 7 among the polymer models 3. Finally, a developer
may design an actual high polymer material based on
the better configuration of polymer models 3 found in the
simulation.
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[0035] FIG. 4 illustrates visualized polymer models 3
without the modified basal particle 5. FIG. 5 illustrates a
result of the visualized polymer models and filler models
shown in FIG.4 after performing the molecular dynamics
calculation. As shown in FIG. 5, when the polymer models
3 without the modified basal particle 5 and the filler mod-
els 7 are used in the molecular dynamics calculation, it
appears that the filler models 7 tend to condense like a
sphere at a central region of the cell. Thus it might be
difficult to obtain better dispersion of filler models 7.
[0036] In the embodiment described above, although
the modified basal particle 5 is provided at one end of
the polymer model 3, the modified basal particle 5 may
be provided at both ends of the polymer model 3. In an-
other aspect of the embodiment, the modified basal par-
ticle 5 may further be provided at a halfway of the polymer
model 3. In another aspect of the embodiment, the affinity
of the modified basal particle 5 to the particle 6 of the
filler model 7 may be controlled by changing the param-
eter aij.
[0037] In another aspect of the embodiment, a linking
condition may further be defined between the modified
basal particle 5 of the polymer model and the particle 6
of the filler model 7. The linking condition is to link the
particle 6 of the filler model 7 to the modified basal particle
5 of the polymer model when the modified basal particle
5 approaches the particle 6 of the filler model 7 within a
predetermined distance in the molecular dynamics cal-
culation. For example, a modified polymer includes one
that bonds to a filler through chemical bond, and the other
that bonds to a filler through physical adsorption. The
embodiment of the present invention may help to evalu-
ate which kind of modified polymer is advisable.
[0038] The present invention is more specifically de-
scribed and explained by means of the following Exam-
ples and References. It is to be understood that the
present invention is not limited to these Examples.

Claims

1. A computerized simulation method for evaluating
dispersion of fillers in a high polymer material, the
method comprising:

defining a filler model available for use with the
computerized simulation, the filler model com-
prising at least one particle;
defining a polymer model available for use with
the computerized simulation, the polymer model
comprising a plurality of particles each having a
first potential with respect to the particle of the
filler model, and at least one modified basal par-
ticle having a second potential with respect to
the particle of the filler model, wherein the sec-
ond potential differs from the first potential;
performing a molecular dynamics calculation of
the filler model and the polymer model placed

in a predetermined virtual space on the compu-
ter; and
observing the dispersion of the filler model from
data obtained in the molecular dynamics calcu-
lation.

2. The method according to claim 1,
wherein the filler model comprises a plurality of par-
ticles.

3. The method according to claim 1 or 2,
wherein the method further comprises linking the
particle of the filler model to the modified basal par-
ticle of the polymer model, when the modified basal
particle of the polymer model approaches to the par-
ticle of the filler model within a predetermined dis-
tance in the molecular dynamics calculation.

4. The method according to any one of claims 1 to 3,
wherein each of the first potential and the second
potential is defined so as to occur a repulsive force
between two particles, and
the repulsive force based on the second potential is
weaker than that of the first potential.
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