Part I. Derivation of the general working equations of the PLL
Figure S1 represents a schematic of the electrical signals throughout the PLL platform, and will be used to

derive its general working conditions.
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Figure S1. Schematic of the electrical signals through the developed PLL platform.

1. Frequency of oscillation of the PLL, w

Multiplying the deflection signal by the demodulating cosine reference signal, one gets the signal V1. After
the LP filter, the (digital) DC signal for the in-phase component of the deflection Q is obtained

Q= %(cos 6 cos ¢ + sinf sin¢p) = %cos(@ — ), (S1)

where 6 = —wt + @7, ¢ is the imposed phase in the PLL, F is the magnitude of the force provided by the
laser, G is a general transduction gain, A and @, are the amplitude and phase of the cantilever and t
represents the total time delay of the signals around the loop, mostly due to the transformation of optical
energy into mechanical energy.

Assuming a well-tuned controller, the steady-state of the system will have a null error parameter, or Q =0,

which implies the following phase condition
cos(0—¢p)=0=> —wt+@er— ¢ =— (§+ mr), withn=0,1,2, ... (52)

The phase of the oscillating cantilever is given by the transfer function of the forced and damped harmonic
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expression for the cantilever phase, to obtain

@cr = atan (_ &) (S3)
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with wy, my and ¢, the natural frequency in vacuum, total mass and intrinsic damping of the cantilever,
respectively, and m, and c, the added mass and damping coefficients, due to the presence of the

surrounding fluid. The phase condition of equation (52) can finally be written as

w(cotca)

—a)r+atan(— )=¢ =—(5+nm) withn=0,1,2, .. (S4)

mow3 —(Mmp+ma)w?
This equation is numerically solved for w as a function of the imposed phase in the system ¢.

2. Quadrature Signal, I

Multiplying the deflection signal by the demodulating sine reference signal, one gets the signal V2. After the
LP filter, the (digital) DC signal for the quadrature component of the deflection I is obtained

I = %(cos 6 sin¢g — sin6 cos ¢) = %sin(d) —-0) = %sin(—ﬁ), (S5)
where f = —¢ + 6. The frequency condition Q = 0 of equation (52) implies that
cos(@0—¢p)=0=>cos(B)=0=>8=— (§+ nn), withn=0,1,2, ...

And therefore, [ is given by
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—GZ—A, forn = 1, 3,5, ...

3. Amplitude of oscillation, A

The amplitude of oscillation can be obtained from the transfer function of the forced and damped harmonic

oscillator, as

sl -]

where k = myw§ is the spring constant of the system. Substituting again the oscillation frequency and quality
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factor in viscous fluids, as derived by Sader [1], wg = w, (1 + 2—2) ?and Qi = wg (":Z+ZA), one gets
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This amplitude of oscillation can still be normalised, as
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4. Transient response of the PLL

The frequency of oscillation of the PLL is continuously set by the PI-controller implemented in the dsPIC
microcontroller, by

w = KpQ + [ K,Qdt = Kp =-cos(8 — ) + [} K; = cos(6 — ¢) dt, (S10)
where the in-phase component Q is used as the error parameter in the PI-controller, with proportional and
integral gains of Kp and K], respectively. As seen in equation (S10), the transient response of the controller

depends on the transducer gain and the amplitude of oscillation.

I.1. Added mass and damping in a purely viscous fluid

The added mass and damping terms, m, and c,, of a purely viscous fluid are given by [1], [2]

ma(w) == pLW? (a1 = j—;’)) (S11)
b b
cp(w) = %pLsz (Wl\/j:z + W_ZZZ_Z)), (812)

where w is the oscillation frequency of the system, p and 7 are the density and viscosity of the fluid, a1 =
1.0553, a2 =3.7997, b1 = 3.8018, and b2 = 2.7364 are constants to describe the hydrodynamic function, and L and
W are the length and width of the microcantilever.

These terms can be substituted in equations (S4) and (S9) to determine the frequency and amplitude of

oscillation of the cantilever in the PLL, immersed in a purely viscous fluid.

I.2. Added mass and damping in a viscoelastic Maxwell fluid
A viscoelastic linear fluid is characterised by a complex dynamic modulus given by G* = G' + jG", defined
by dividing the applied stress by the total strain of the system. The complex modulus contains an elastic part

G' and a viscous part G”, with the phase lag between the shear stress and the shear strain given by ¢ =

arctan ((;—,) The dynamic modulus G* can be used to define a complex dynamic viscosity n* =’ + jn”, in
n r

which n' = % is the viscous part and " = % is an elastic viscosity [3], [4].

n

Substituting the viscosity n by the complex viscosity n* =n' + jn" = % +j %’ in the hydrodynamic function
[1], [2], one gets [5], [6]

az\/— 7 b1V2 . 2by ’ 2b; "
T= 1/ —JjG +j [Ww\/_,/ ]szsz +W2w2pG ] (513)

To solve the complex square root, one should use the following identity:

Vz=+a+i =i</|2|2+a I [lzl a)—_\/— \/|Z|+a+]|b|\/|zl—a)

from where two distinct solutions of equation (S13) are obtained. Both solutions will be presented, but their

physical validity will be assessed later using a particular case. Separating the real and imaginary parts of the

hydrodynamic function, as in t = 7, + jT;,, One obtains
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Equations (514) and (515) can be further simplified by using the following identity:

VaEb = 4ty Jo JE (T 5 s oV e b))

witha =VG'2+ G"? and b = G”, to obtain

2D, , 1 (az+b1) /\/G’2+G”2+G’+(a2—b1) /\/G’2+G”2—G’
Tro =y + 2G4 , (S16)
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Considering the case of a purely Newtonian fluid (no elastic modulus, G’ = 0), equations (516) and (S17)

reduce to

_ 1 [2bV6"

Tre =14 Ww\2p [—Zbl V6| (518)
_2by g 1 2b, VG
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where it is already considered that a1 = 1.0 and a2 = b1. The solution of equations (S18) and (519) must reduce
to purely viscous case, previously derived by Maali [2] for the hydrodynamic force. This allows to rule out

the second solution and finally obtain for the real and imaginary parts of the hydrodynamic functions [5], [6]

_ 2b; ’ 2by [ = 72 ,
Tre = 1+W2w2pG +Ww\/ﬁ VG4 +G'% 4+ G, (520)
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The added mass and damping terms depend on the real and imaginary parts of the hydrodynamic function,
as in [1], [2]
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my = 221, (S22)
2

ca = 0, (S23)

Substituting equations (520) and (521) into equations (522) and (523), allows to finally obtain

ma=C+DZ+2JNGZ+G7 + G, (S24)
w2



ca=D=+BVVG2+G7 -G, (S25)

2
blzﬁgﬁ, c="~ ’;W and D = anbZ. These terms can be substituted in equations (54) and (59) to

determine the frequency and amplitude of oscillation of the cantilever in the PLL, immersed in a non-

where B =

Newtonian viscoelastic fluid.

Part II. Inversion Problem - Extracting G’ and G" from the measured frequency and amplitude of the
oscillations in the PLL

In Part I, it was shown how to use the viscous and elastic modulus to predict the frequency and amplitude of
oscillation of the microcantilever immersed in a viscoelastic fluid. However, in a PLL platform used for
viscoelastic characterisation, one should be able to solve the inverse problem, i.e., extracting the viscous and
elastic modulus of the viscoelastic fluid from the measured values of frequency and amplitude of oscillation

in the PLL. This requires solving two consecutive steps, discussed below.

IL.1. Determining m, and c4 from the oscillation frequency and amplitude of the PLL

The first step consists of simultaneously calculating the added mass and damping coefficients, m, and c,,
due to the non-Newtonian viscoelastic fluid, from the measured values of frequency and normalised
amplitude of oscillation.

The PLL phase and amplitude conditions (assuming a perfectly tuned controller and the steady-state of the

system) are given by equations (S4) and (S9), here re-written as

( _ olotca) ) = tan (— Zonm+ ¢+ wr), withn=0,1,2,... (S26)

mow3 —(Mmo+ma)w?

Arorm[(mo(0f — 0?) — w?my)? + w?(co + ca)?] = (Mg +my)*. (527)

The imposed phase in PLL ¢ is known, while the oscillation frequency, w, and normalised amplitude, 4;,4;m,
are measured. Therefore, equations (526) and (S27) correspond to a system of two equations, which can be
directly solved to determine m, and c4. Defining the variables

E = —tan (—g— nw+ ¢ + wr),

F =my(0f — w?),

G =A%, 0*(1+E?) -1,

H = —2FA%,,,0*(1+E?) —2m,,
1= F2A20m(1 + E2) — my?,

Equations (526) and (S27) can be written as

w(co+cy) _
TR =, (S28)

The solution is finally given by

Cy = Z—F —Emyuw — ¢y, (S30)

_ —H+VH?-4GI
Ma = 26 ¢

(S31)



where m, and ¢4 are calculated from the negative solution of equation (S31) for the positive part of the
variable E (E > 0), and vice-versa.

IL.2. Determining G’ and G"' from the calculated m, and c,

The second step consists of extracting the elastic and viscous modulus, G' and G of the non-Newtonian
viscoelastic fluid from the previously calculated m, and ¢, terms. These calculations were first presented in
[5], [6]. Re-writing equations (S24) and (525) as

myw? = Cw? + DG' + BovVG? + G2 + G, (S32)
caw = DG" + BoNGZ + G2 — G, (533)

Allows to define two new variables

K' =myw? — Cw? - DG,

K" = cyow — DG".

Calculating the difference and product between these new variables, one gets, respectively

2_ 2_p!
K" — K'? = —2(Bw)?G' = —2(Bw)? (%) (S34)
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K"K = (Bw)*G" = (Bw)* (25) = K7 = Cok (A7) 5 g = B (2227 (S35)
Substituting equation (535) for K' into equation (534), one gets an expression that only depends on K"

2 Bw)* (cpw-K" 2 _ 2 [ maw?*-Cw?  (Bw)* (cpw-K"!
K () = —2(Bw) ( 5 ol (2225 (S36)
Equation (536) can be rearranged to

4 2 4
K"+ K'"? ((BDLZ) + % (myw? — Cw2)> - (B;UZ) (caw)? =0, (S37)
and solved using the quadratic form, to obtain (positive solution [6])
2 2 2

K =C J (“’%) + 2(mpw? — CwZ)) +4(caw)? — EE - 2(mpw? — Co?) | (S38)

Rearranging further, and substituting the variable K" = cpyw — DG", one gets an explicit dependence for G"

1

2
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G =he l;‘;j_f J(BT‘” + 2(mpw — Cw)) +4cp? — 22— 2(mpw — Cw) | . (S39)

Finally, substituting equation (S35) into equation (S34), one gets an expression for G’ as function of G"'

2 2 2 " 2 2 2 " 2 211
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